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[1] 



— Z — R 5 

;K ->*d7/u*jk 7>;-;k 7*7 **n,ifcii«jtfBl*ufcfc ; Zii, ft* 

ffii$nr^TU^tKD + v^ 7->*£ % 7;U3* 
> # ^dSi/j(ifi|ft$tiTv»T (> J: v>7;u+;i/„ 7*-7-* % 7*a*->, 
7;u*;uf-* t 7;u + ;ux;U7 -f 7;i/*^;ui/*-;K 7* 

7fl/ + ;PX;k^fl,7 = J , 7?->V ( y7-->V % 7';-;U**->. 
n7^ + iU, **/<*'f«', X)l'77t'f^ 7^**7;/, 7->;U7 = 
>\ **-9-o.,-- 7iU.3*->*4-»>- , J^ % 7J^^->t+t'J^7W l Sti^ 

nli, 0, 1 itzlt2 £*-f 0 J 
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c,<7)#*tu4 b'&&&fc&mm<7>£%ftmm&i3-. ^ot+vyt-f (c 

OX) «^i:^'<^nx^7/->'> (PG) O££j£ffigftffl-c*;&o 

— 2u v&mr'<nmit l gmw& xzmmg* t-mwm i>ttz c oxommim u 

t>x.5o i5^. l^COXWT-f LTCOX-2 (ft^SSUu COX 

-lfcSti*:) tf&^tzZtitZo COX- Hi, to8L»mX'*>Z>OiZ 

*tu cox-2ii, m&m<r>m%-?*> ♦) , ^uio^wu^a&uifig 

14-36W (1995 30 ] [^Mf"*- (Natuie) » g 367 & 215-216 W (1994 
*) ] o 

[1] Offcfi-tti^Ji-tWtt^ COX-2 iSiRfi-jSHFiSti S:t L, «*>Tte*i 

v y * * ** - L < ti 7 n * )v t'cnfemm * * )^mtct'<nT>^m 
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tz.lf. ifA', D-ynfjK ^y^D^, a-T^K sec-r?-;K 

5 y?-^*, i n-zTn\£)^t^ ^vynfji,ft % „-yf^t, 

io f^;u7^)K >r y7f*x*7 -r-JK sec-7*-f ;ux;i,7 teit-7* 
f ;ux^7-f-;K ^>f ^x;|/7<cjk a+->jma-7 -r ^7*f-;ux 
)V 7 * - * £ X V* >? + * X *, 7 Y - )V ? ay jt£g# t f z li C M0 7 * * 

x n-7o ^77'D^x*t-^ 1 n-7*f- 

* ? ^ ;u x* * ^ ;u t'^it ffltt i /• f i ftftifttt C M0 r * * * x * * i a, £ * ; 

20 n-7"f Jl/X)^^«/t* V, -f V7*f-iUXA'*— ***-> % sec- 7*^- 

X^*— * + mi— 7*-f-*X JU*X )U**r> x s<> T )V X )\,* * i, ^ 

A+>iX;^zM.t^v, ^7f- * X * * -> i$ J: # * ^ ji, a ji,* 

Jb + JUXJb.+ xjur S y££ (i % /jtitf, AX*.tz;i,75y 4 xf«,x 
25 ^.t-JbT^, n -7'DI;^X^t.-^7;y ) 4 77*n f >ux * * r. * r < y „ 
n-7'f;^;i/*r;i/7 5/, -f y7f^7**r*7S y , sec-7*f-^X ju*x 

*7<y, «t~7*f-^x^*i )\,r \ y, '<> + fr7>a/*i—R,T \ y , 
x;u*.=.;u7 S y % A7*f ^x**-*? s st3jLV*9*n'Zfi'*—A>T< y 

*>^fif8#i/j(i5H*lg#C , lc 7J^*^.t-^7; yg£ ;fc»7**x 
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4 v -r-r - *s x > -r - n, * t:<D&&#& x c,,7^y^)^ 

f;rfi^, ^>-r-;i, % ^-fr-bHiif* * 

< V7h*'> y sec-7h*r> y t«t-7'h*V' % ^ > ?- ;U * * v , 
^ 7^ * * * -> is J: * t + n, * * v * fc'?>iSSH* t L < lifmmVKT) C ,. l0 7 >u 
:s*v&* ; 7;i^*->*;u**JL*gt li, > h * i 

h * -> # ;w J: ■/ n -> ^ ;u *• - ;u 4 i*<7) itiB# tL<li JMt&tt <0 
C M 7;u*;p**->?>^*'-*&£ ; 7*7***3fcfctt % 

«7***3fcfcli, £t;Ltf. y-T^K xfn-, n-^ntr^, -fy^n^, n 

L<ii5H*SM*OC ,,,7***** ; ftfc7*3*->£iii, tztsili. * h* 
-^h*">* n-rn.f+v, ^y^n.f+y, n-rK^ -fvrh^y, 

#<7>C , 5 7^3 + ->I^ fcli, 7-t'-7-->'^;K ^je.-,k 

^V'Jy-iK 4 **V'J-*, t£?*/'J->'-JK f77'l;^ 1.3.4 
^•>*77'J;K L2.3-f7v77')JK 1.2.4-f 7v'7 > /'J;K 1.3. 
4-f7v'77^K 1.2.3- Mi 7*/'j;K 1 , 2 , 4 - M 7 V'J >K T h ? 

;K t^'jy-^ t^?-/-*, *;u*'J-;u. 1.2.4 - h »;7->' 

d jt -f>K'J>-*, -f v-f> K'^k > K ;k * > /7'j jk 7 m 
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fh7'/De.jf-;^ f^'/Df.j:^^ fT'/oe'jr^JK * 
7y7'/Dk'.^-;-; K Mj7-/ne.jyyz^ ^>X>f;m^^> 
X?-7'/»j;K 1,2,3,4-f l>7t Kn#/»JJK -f 5/7 Tl.2-b] [l. 

2.4] h»;rs;i*iiio f **^»;5;-juft^o < t^ft B K < (^ mm^ax 

-A', ****** 'J ^**JU.-K-JK * V 'J ;b * ;u 

->K ')->'- ;Ut>;u*'-;i, % f7'/H*W-^ -r h 7'/'J 

-JK f7y'7'/U^*'-iK tin >; - ;^ ^ ~ ^/.j - * 

;u * ;U - * % ■/ ij - } \, ij ;u * - JV & X # ^ > v v l} ;U ^ ;l/ # _ ^ ^ 

X^ + y*^i, n - 7 -fy^ D ^ 
•> 7> n-7*h*y** ;K ^V^h + y* - ;p > sec- 

a * # — ju » ten - 7 h * > ij )i> **— ;u is J: t>* ^ > f - >i/ * * •> * ;p ** n, & t'<r> fi 

It, tztx.ll. * + U> y if'Jf> > -ru\Z>)r>totV4 v^nifijf>«: 
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n.-"/*- — -< y )l> X )l> * - ;U % sec- 7*?- * X ;W * 
7;i/*D,rff-;K *nn*f-JK 7n*,rff-;K y'^OD^fii/, h>j-7;i,;j-n 

SJCffc Kn#->7D e^'it'^t Kn^v-C ,.,7***** ; 75 /f£«7 
t'<T>T I J-Z ,. J 7**JI'lt*;ft«7*3*v*^#-^1B:*7^*^l6fcJi, 

#H-e*o-C(,2-3«tt-C*oTtJ:<, S<bU**WUli, 7v'Jv>-l 
7Hff-*>':>-l -4** fc*n •;•>'>- l -4 ;k fo>j>-i-^K 

- 4 jute X UFj<— Kn7-tft: >- 1 «>a*K-?-l + 

& fttt 2 li 3Ptt« w 3 - 71 *>**t wi;^r/-*-i-f*, 
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- * 2 fflfrW* *f&*Q i fc(i*ft»«>J|Uta 3 - 7 flOSgtf t 

S/g; l,2,4-h'J7 > /-^-l-^K 1,2.3- Mr-/-* - l - >Ok 
1.2-vH KD - 1.2,4- h *)TV>- 1-4 ktollftfrK Ko-S- h 

r > > - 1 - 4 * % t<r>m.mw^ 3 m&± * n-t * &*o * * i^^^to 3 

-7I«itt75yS; ytj->'>-3-^ * % -f v* *-«j-yi; ->*> _ 2 - 
>f;K 1,3-t^v; ->*>-3 -^T;u, f7-/'j >>- i --ok 

4 vfTVJ v*>- l ■; >- i _ ^ ;u 

J: XJF 1 , 2 . 4 - *7 v'7 y 'J > - 2 - 4 tu tt f «>a*«(^ni:«*«^ J3 «t 

yTjfcu^^ib^iftii^xD^i - 4®«-w-r*i&fQf ^a^faioo^?!^ 

3-7 *oss#i7 < /i; >f v w > k > - 2 - -f it % ^> k »; > - i - y * , 

1 H-4 y*TV-)V- l -^f;u, yj >- 7 -4 n&jLlfy- t: Kn + y <j > 
- 1 - 4 )l>* £<7)&fti tz\iT-f&ft<D 2-3 m&<omff;T t; 5 - 7 

■*f*k£n [2.4] ^7**>-5-'OK 2.8 -->'7-if£v*D [4.3.0] / + 
>-S-4n, % Z-T*f\Z : s?u [3.1.0] ^*-*>-3-'f >K 2-**-9-- 
5.8->'7fk'-/?D [4.3.0] y-f>-8--Ol>, 2,8-vT-ffXfn [4. 
4] -4 )\,&IT?1 --r-VM'ytu [2.2.1] ^7** >- 7 - 

S&Z ; fi«TJU*iT 5 /gti±, fcfcilf, ^f^75 A xf^7 < y , 
7o£*T$y\ ->'^^7;A vxf)t,7 5;jiJ:^f^xf^7;^ J : 

t xif» ;<h*w^/i>j: x h * •> 4 i y tc t'<D c ,., t * d * -> = / m 

$: ; 1«7^*^7 ; yfi«7<^Jl/iili, tztZlf* ^fiV7;^fJK 
^f^7;/xf;P, xf*7;y^f;K / +)VT I / 7*D fc: * % 7*nfc:;i,T 
•>'>fil/7;^fiK -;xf;l/7;yyf ->'x?-*7$/jc. 
f-*is 7 ;;7"d f;^jri:'^/|/:iiv-C ,.,7***7 $ y - 
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Tt J:v»*^#*2/fi«T**iP*, fifty***** fifty*3*->£, fift 

fifty *^-*£. r^r^+A'i, fifty**-; ^^y^ 

fifty***?-**, fiiftT^ + ^X^*-^ ^nr/fiftyjP**^ 

*, «I$<itv>TUv»7^fi»7J^^ fi«y*:3*v*7*:K^*fi 

7J^^7;;$, ftfiiTAa + '/^yi, KD*v"f 5 «§g£*lT 
^Tt «fcv>fift7***7 5 ,/fift7****fc X U&mm$:&tfmf hii. z 

ZlliJlt^'f ^ /*<7>g&*t±, fift7 ***£*>£ tf7U--** £ 

♦ftWfk^iJ^V'f-^Kal^Wft^t Kn*^*i, y S -/**/•«***** 

Z.ZCi>v»-C, t Kn*->**j3«ttffc Kn*vfift7****<7)fSfI*£ L 

If, /^yj^^v il', 4 h n^o >***-> **sK—JK 4-7" 

o-fO ->****->****-*, 4 - > h*S"<> ->'***->#**'— *, 3.4 
->'^ + ->'<>y'«"l'* , >***-'K >(♦*->****-*, ih*y**** 
-*, teit-7)**->#*+'->K l.l-y>f^7a^y*^<t'-JK -fV7 
a ^V7'ffl't4y*J^'-)i', y'7x-iM h*v* **' 
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2,2.2- h >) >ddx 2.2.2-l«'J7D^xh4-> 
*/U;K-JU % 2- ( h «M**->»Jju) iK->*ji,,f;ji, ( 2 - (7xzj^ 

n-f ;UiiJ:tf>?> )\zti\^(T>7 •> JU& ; y-^;u, tert-7*?-;K 2.2.2 - h >; 

fc^Ofi#7/U7--*£;^>v>K p-y 3.4-v* h*->~c 

t KD7»i^, -r h 7t Knt*7-;ui>J:^x h^t Knf- + fog- 

*->y^;K 2 F4vxf + y^fjb, 2,2,2-F'J?DDx|.4->^fji, % 
2- ( h ^f;p-> 'J ;u) x h*->y--7^*5J:tf 1 -j. yxf-zu 

h 'jif-iP->»;ju % h »j j 77*0 tf^-> »j *jx.+tnv-f 

ofc:;i,->M iu % ien- ^-f-;u-> 'J ;Kteit-T-7-;u ->'7;i:^;i/ -> »; ;^ ->'"7i 
-'Mf-il'V V rt'.fc J: V 1 ten- 7*f- ;u > h + ->7x-)i->'J ;p £'<r> -> 

7 3 a t^**t f£i»7;u*;i>7 s A 7^3*-> >W7 s a 

7/P + ^7^-t-*75/ > 7v>V, ^7-vA *'jb/<*<f A< £ «t 7 

;u+;P7< yft«7n,*^36wffa*fc LTii, i§1T7 S y l-cfcffl L 

xF + y**#;* ( *<y s J frit * s yii p-- h n^>->';i/ + 4->*;i/ 

*\=.;K o -7*Dt ->*^**iJU % •>*-, MJ-) ?o 

□ 7-tf ;k h')7J^0 7tf JK 7 jL^;P7-t?-JK **5JU % 7-fcf-;K 
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*s>ru'<z,jr>i3)\,*-)\, s so*/4)i y teit-7 $ ***->*rt<*'x/K ten- 7 
h**>**tfi* % p-> h*i"<>V n> y 3.4 - vV h*v^ 

-7^7'J;u + ^>*^^;i,, ->'7i^^ h * -> ,f*x ;U x ij-.yyf. 

¥<OT)\'-fe!&T)\>*)V& ; 2 Yu-; j.-A,+*&ixf2A -"J- buy* 
-*f *fcfcV>7 «; -;uf ; ^ 79 > *)\,*=.)\,&iv p 

- MPx>x;u*x;Pfrf0>7;H>>-<> L< Ii7 U- > - ;t,g ; n.N 
->'^^7; y >f U>4fcV>*>*ft«7***7 5 y-fi«7H'Jf>S ; 

->* , ;T y >i3J:y f 2- t Ko4v-l -t7f l/>if^)7^-fiift7*^ 
»;-f>g; Kd + ->-4 v';u>f ^>&fc^a£g^&^^t 5 tT;^* 
'J f>£ ; -> ? d^4t-> V f>, 2 -x f» ;u-> ? -> ij f> % 
2 -x^y*jH;^>?D/<>fij f 2 -7-fcf o^*-> 'J f > 
ii <t 3 . 3 - v ;< f JU- 5 - V v ? -> 'j f' n t ;b U f*> 

< (±->*7*-1&R7 *g ; 5 -*f ;u- 2-**v-2H-i, 

+ v^MI$t LTfcfflLlf&i-^TOgfcS-^ tUlf, ;<fJK if 
>K n-yntfu., iso--/n tf;U, l, l - iS / f )\,-fu £>K n-7f J: ten 
-7t ;u^i:'<7)ftj|ft7;u + ;i/S ; 7x-*i5J: Off 7f £*<7)7';-^g ; ^ 

Xf&XV\£7> (p-n + y7xiii) j<f t'f)7^-iift7;^^$ ; 7-fc 
f ju>f ^✓"/'f f p-— h y< ;w>f p-T'n^e^^ •/ 
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n,*n,m ; 2 -t Ko if 9 — JUJ J:CT2 -f- h5t Ko77-^itW^ 
ttXtfXSbftS; 2,2.2- M ^nnxf^if^ADyySiR7^4-^i; 2 

T'nt't + .tcnf/N'o^ -> * f- JU & f'tf) y ^ 

^•;^;^'z;^^->7;^;i/$; 7? )U4 * h' Jf-frtoXtfx? ~> > <{ l h' * 
?-;i/fc^£M3f£3?^-l&ift7;u*;i/g ; v^da*vH^v?d7a- 
^fl^ ; ^ h + v* ^ h + yx h *v^^;u^J:^2 - (MJ^mij 

3 - «t t/y »; )vtt foft&y *££tF(z )• 'J > -f- ^ -> «; ;u „ 

Fijxf ^-><j^ h'J-f yyot'^y'Jfl/, ■/Xf^-f y 7o tf/U > »; n,\ ten 

^ £ J: ten - "T+ )V * F+y7xz«/->ni £'<7){i& •> 'J /^Hfe £'jJ f *£(f <b 

-«3t [1] <r>it£to<r)&t LTIi, a**p«>*irv»4 7 ^ / g£ 
£ £ /- li K o * v >u i L < # ^ -> t'^KHS Hii it * ilrt^if <b 

Atxt'(D7)Uij *)±m±mt<Dm. ; 7>*-»7Att;£iru h'^f^?^, 

h 'J.x-f ;uy = FV7f^7^>, N.N-v*>f-*7-'J >, N 

1 -X7it; >iJJ:ti f N.N-->^>-/^fl^>-/T? >«rfOM«3fir 



WO 96/26921 



12 



PCT/JP96/00499 



itz. [1] <r>it&toitz\i.*<n&\z&^X, H14tt (tzbHi. ±^ 

i> X^^jSMT^^r^^i fciitHfcSftTv»-c(> J:v»->^nr**iu, 7'j-* % 
io 7*7**jK>L< Ht«*W^|g«: ; Zli. MSC^ ^f-l^>*, 

is 7;i/*rt>7< y t L<«*7->*7 5 s&X'&Zit&Wit-i L<, R : 

>K ■>')i'i/:ti7x;^ ; Z(i> 

itzitx-u>m*7F-tc ) xut>ztiz>&x*>*) s R'hxx/R 4 #m-itzit 

20 *** •> <> L < U ^ n r > Hi^TlUft S iiT v»T t J: v» 7 * * ;u£T-*> * fk 
W 5 ?f)UffH<, R 'a***-JUifcli75 yg-c&o. R ! * J -fij£-Z-R 5 
(R 5 li, /xny>JBSC : 3F-CR«5*LTi.»r<, J:v»kf»Jy;ui/-tt7i-^*«: ; Z 
fi, MffiM^i-o) •C$*>3*l**'C* , K R 'UXtfR 4 #|i|-ifctilS4o 

25 T-S&$ftTv>S7;u4MUgT*&&{k£&#S^--®« : £ Lv^o 

, 2 - (2,4->'7Jt'tD7iMv) -4->f-*f*-4--hD-l.r 
- M 7 x - )V 

■ • 2" (2,4->'7Jl'iD7xM-/) _ 4 -_^f-;UX^7 <-^-4 ~- h D 
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-1,1'- if 7i-;u 

• 2- (2,4-/7WD7x^y) -4*-^f^X^7<z;i,-5- - |.d 
-1.1 '- t'7x^^ 

• 4-7^D-4'-^fi-2-7xy + y- l.l'-bf7i-ju 

• 2 — v ^ c"\ + > ;u^-^r> — 4'->f JI/-4- — ho — l , l •- if 

7x-)l' 

• 4 -T-tf-;u-2 - (2.4 -/7JP*D7x;*-» -4'-;<?-;bX;U*^;i, 

- 1 . 1 ' - 1: 7 i - ;u 

• 2 - (2,4->'7J^D7iy*-» -4 4 -.=. f> n- 
1.1 ' - k* 7 i - ;b 

• 2- (2,4-/7HD7xy + y) - 4 ' - > x - ^ - 5 - ^. |.n_ 
1.1'- t'7x-^ 

• 2- (2,4->*7Ho7xM-» -4'-*?-)l7>)U*-)\,-5- h *)-7)\, 

*u*?-)\, - i,r-t'7x-^ 

• 2- (2,4->'7)l'tn7xy + -» - 5-*?-*-4'-.*f-*XJU*i*- 
1. 1 '-t'7xr;i- 

•4'-^f-;ux;u*-^-4--H3-2-7iy + ->-i.i-t'7i^.;u 

• 4 -#;u/>'*>f ;b-2 - (2.4->'7**D7x; + v) -4"-^ffl/^;^ 

— ju- 1. 1 ' - tf 7 i — 

• 2 - (2,4-y'7J^D7xy^-» - 5 - (a -k KD + ->-f 5 yxfji- 
) - 4 l . l if7i-;p 

• 5-">T/-2 - (2,4->'7)l't07xMy) - 4 *- > f- X * * r. * - 
l . I '-t'7x-^ 

• 5-T< y-2 - (2,4-->'7il/tD7x/' + -» - 4 M-)\,7.)\,*— Ar- 
il -z. hn- i. r-t'7x^^ 

• 2- (2,4-->'7itD7x^-» -5- (2-iF*y*^.f-rt'Xf^ 
AO - 4 l, l * - 1: 7 x — ;u 

• 2- (2.4 - ->'7)^D7x -5-ih4r^';jWT< y-4'-;f*>U 
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x i,r-t:'7iz^ 
-1,1 '-tf 7z-)l/ 

• 2- (2,4->'7*tD7x^y) -4'-^fJ^^7^;l,-4- 7 

5 ;wtnyf-;u- l, i'-tT7iJi;i/ 

• 2- (2,4->'7A'*D7x/ + y) - 4 * * * * - )l - 5 _ (7-1.7 

5 -1.1 '-!l7xZ]l 

• 2- (4 -b Kn*v7x/*->) - 4'->f-;UX;u.+ -;u-5-- hn _ 1 
10 • 2- (2.4->'7^tD7xMy) ~5-7;l,*n-4'-;tf-;i,x;i,*-,u 

-1,1 '-If 7i^Jl/ 

• 2- (2,4->'7;i/tD7x;*-» -4'-^f-iUX^^-;u-5- (2-^ 
■f- ;i/ X ;U ^ ^ ;u jh 7^ ;u ) - 1 , 1 ' - fcf 7 x ;u 

• 4 - (2- (4 ->f-Jt'XA'*;jl.7x^;H -4 h n7iy^->) 
is #& 

• 2- (2.4 ->'7^tD7x/ + -» -5-t Kn + y-4'-yf;u^*z 
'l' — 1.1'- M 7 — 

• 2 - (2,4->'7j^d7x; + v) -A-* + fr-4'-* + n,*n,*=.*,- 

i.r-t'7x^i 

20 • 4 - ( 2 - (4 - ^fJl^**-^7xZ)l,) -4--FD7xy^y) -> ? 

• 4 - Kn*->-4 *->f-^X;p^-;u-2 - 7 i / * -> - i,i--t'7i- 

•2- (2 r 4->'7*tD7xMy) -4- (lf^»; *>*>- 1 ->f ;U) rtn,*' 
25 -;U-4*->f"^X;U*-^- 1, 1 '-t'7x-)l 

• 2- (2.4 -y'7)^D7x;iH -4 * - > x ii/*- 5 - > -7- ;u 7. ;u 
*r.;w7 ' - 1: 7 x - ;u 

• 5 h o - 4 •- / 1-)l7,)\,*-)\,- 2 - [2- (tf , JS'*>-3-'f 

- l,l'-bf7x-;u 
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• 2- (2,4 -/7^07i^y) - 4 ^X^*-^- 4 - — hD - 
1, 1'-£7a — *-5-*>l"-K>ft 

• 4 '-^ f"^^^*-^- 5 - - h n - 2 - [2- (f7*/-JP- 5 - -f ;u) -X- 
t--^] -1,1 *-kf7x-^ 

5 • 2- (2,4-y'7^07xy+y) - 4 + )V7.)\,*=.)V- 5 - ^ f^X 
1, 1 t*7x-;i/ 

• 5-V7V-2- (2,4-/7Jl'tD7iy + v) - 4 *- A fJl/X ji,- 
4 y u - 1, l'-lf7x-;w 

• 2- (2.4->'7J^n7iy*y) - 4 '- > f-^ZJU*— it- 4 - (rt-7 
10 5 -'Ol') JU- 1 , 1 M 7x-;u 

• 2- (2,4-v7^tn7xy*v) -4 , ->fiXW^*-5-7; /X 
A/*— )V- 1 , 1 tf7x->U 

• 5-T<7-2 - (2,4- , /7;l'tn7xM>) - 4 * f-^X^*-^- 
4 h o- 1, l*-fc*7i-;w 

15 • 4'- to* to*- to- 4 - [6->f"^-6- (x h -7 '/—to- 5 - -Ol- 
) ^7**- -2-7x/*->-l.l*-£7x-/i> 

• 2 - (4 - (2,4->'7^tD7xM-/) - 3- (4->f*Xi.t.i*7x 

•4- (4- (2,4-v'7* + D7x>'*y) -3- ( / + to X to*- to 7 x - 

20 to) 7x-;i/) 686£ 

• 5- (4- (2,4->'7^t07xM-» -3- Of^XJkt- ^7x- 
;p) 7x-;p) 

• 1- (4 - (2.4->'7it' + D7xMy) -3- Of-jPXJU*— *7x- 
;w) 7x — to) i, >rn-fn/<>ij to#>& 

25 • 1- (4- (2,4-/7)l'tD7xy + -» -3- TtoXtoK-to? 
7x-;u) •>^D7n/0*^*'>Kifi' 

. i - (4- (2,4-/7«' + n7xM-/) -3- (>f-)^^*-Jl'7x^ 

. 2 - (4-(2,4-->'7**D7x/4rv)-3-(4-******-*7i 
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•2- (2.4-y'7*tD7iM-» -5- (2 jux*-,i,) 
- 4 1 . 1 ' - If 7 i .=. rt, 

• 5 - M; 7;i/*n* 4 - 2 -7 ^y 1. 1 

• 5-->ry-2- (2-7*tD7i;+-» - 4'-* -^x** - ;u- i . 

1 t'7xZ^ 

•5-v7y-2- (4-7^tn7xMy) -4'->^;ux;p*-^-i. 
1 '- 

• 5-y7y-4'-^f^X^7-fr;i/-2-7iy+->-i,i--|/7 i -^ 

• 4 , ->f*X*-t-^-5--ho-2 - (2-fcf>Jv>U**v) -1.1'- 
t'7x^i 

• 4'-7< y ***-;u-2- (2,4->'7^tn7xy + -» - 5 - - h d- 
1 , 1 ' - M 7 * - )V 

■ 4-75 y 2 - (2.4->'7;^D7xy + -» -4- - (- n - 

1 . 1 "-t^x-Jl 

• 4 '-7 < - (2,4-->'7;^D7xM-» _ 5 _ j. 7;u 

tD>f)l<-l,l'-f7x-Jl' 

• 4'-7; J xn,*-)l,- 2 - o/s* 5- y «; 7 ;u * n y. f- ;u 
-1,1 t*7x-;U 

• 4'-7; y *;1,*.=.JU- 5-h'j7J^n>f jp-2-7x;+v-l,r- 

• 4'-7< yx;^^Jb-5-v7/-2-7xy*->-l,l'-t'7iZ)i, 

• 4*-7; y 7. ;U n ;U — 5 — > T / — 2 — (2.4 - y7i^t37x;+y) - 
1 . 1 '-If 7x-Jl/ 

•2- (3- (4 -75 y x;kt.-;l^7x-;i') -4- (2,4-->'7)^D7x 

y*->) 7x-;u) 
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• 4- (3- (4-7i^**i*7xiJP) -4- (2,4->'7HD7x 

- 1- (3- (4-7<;x/l/*i«,7xiJH -4- (2,4->'7HD7i 

5 • 1- (3- (4-7;;7^^7x^) -4- (2,4->'7^D7x 
-7j. — )\,) -stub's 9 Si] a, 

• 1- (3- (4-7$ J**,*-*,? -4- (2,4->'7HD7x 

7x-;U) '>?D-/D/<c>**:K>£j:?-j|, 
•2- (4- (4-75n)^i7x-M -3- (2,4-/7;^n7i 

1 , 1 '-|f7x^ 

• 4'-7<^;^-5->7/-2- (3-KKD + yy^ D A*.>^ 
is • 5-->7/-2- (4-^f^7xy^v) -4'->f-;uxju*»^-i.i • 

•4'-7WX**i*-5->7y-2- (4-^f;i,7x^>) - 1.1 * 
- fcf 7 x — )U 

' 5-->7y-4*-^f-iUXjl/*-A'-2- (2 -**7y*DAC>*H,) ^f. 

20 ju- l , l hf7x-;i/ 
-1,1 '-t'7x;ji/ 

• 5-->77-2- (2-xf^-3- + + 77-fz*) -4'-^f-;i/Z^^- 

1, 1 tf7x-.;i/ 

25 • 5-/7Z-2- (2-ifil,-3-l;KD#->7'fM - 4 ^ fjbx 
— ^- 1 . 1 '-t'7x-)b 

• 2 - (2 - > f> * - 4 - (4 - ^f JbXjkf.z^7x- ;i0 -5-7x7^ 

•>7i-)H gj=& 

• 3 - (1- (3- (4 - J+ilXiUfr-il? jl-)1>) -4-7x/ + v) 7i 
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• 1- (3- (4 - )V7 j.-)l>) -4-7z/+-/7x^«,) 

• 4- (3- (4 - ^f^X)^'A7x-^) -4-7x;^v7x-)l) - 

5 2 -fc Ko + ->>^;HSK 

• 4- (3- (4 - ^f*X**;*7ii H') -4-7xM>7x^jH - 

• 4- (3- (4-^fJl'X*^il'7x-fl') -4- (7x/*->7xijH 

io -4- (3- (4 - jux**— x— a>) - 4 -7x / *->7x-;w) - 
2 - ^f-^KK 

■4- (3- (4-^f*X«'*i*7ii*) -4 -7x y+->7x^JH -> 

• 5-Eh'D*V"f W-4 , -^f^Jl*-i-2-7x^->-l,r-f 
15 7x-)l' 

•5- (4 - -<f^^7 v>- 1 - >f-*-4 , -*f-Jl'XJl'*— 
-7xMy-l,r-t'7x^^ 

• 1- (3- (4->t*X**i*7iiJK -4-7x/^rv"S>yJl) - 
4 -fc'^'i 

20 • 5-VT/-2- (l->fJl'-2- + ^77'oi:j^ + v) -4"-;<f-*X 
;u*^;u- l.i •- jc^JU 

-l.l'-K'7x-)l- 
25 ^-l,r-t'7x;* 
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R Vv R3 



[2] 



s Jgr 



SnBu 3 



B(OH) 2 



t R 1 



[4] 




Kit 



O 
O 



R 1 [5] 



SnBu 3 



B(OH). 



R 1 [6] 



-Jftjt [la ] , [lb ] , [1c ] tillf [2] <nit£®}<?))&t LTli, 
5t [1] <7)it^T-^L^>^<$<7)il^{f^tLSo 
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-«5t [la] <Dit£®lt. tztllf. B*ffc^#I£, t£ 520-526 H 

(1985 $0 i£«^i£^f(;J: ^ff-S^fc^-C^io ft#H5i:ii, tztz.ll* - 
®& [2] «ft^»«r-tt* [3] <D\t£VatmkX-*>Z>*7V*7 2*&.mt£V0 

1$ffi$ti*'<7v7 AE&ffc^&fc Ltli, tztx.ll* -rh?** (h'jVi^ 

H^7-f» v7^(0), (h'j7ii^*X7<» /<5 •✓'7 A(H)* 

Dij Kx ^>->*;W (?on) MX ( h 'J 7ii**x 7 -r >) v'7 J: 
^K^*7v7A(n)^t*^lf^*i4o ttiK^fflfili, -tezt [2] <7)it£® 
izHLX. 0.001- H&**"e**ttfJ:<» »JL<li, 0.01-0.05 te^-C&Ji 

fctilfltKRjgSiifcv**', tz till* ^>-t*>, fcit^-v u>fc i:' 

x^y-^irwrn-n-^S ; ftSxf^i twxxt^ ; n,N-->* 

Rtc.a, a*, 4o*C3ft»<baatT. ftiKii, 7o-i2ort\ 30 B#ra % 4? 

U<li, 1-5ISHK ntrr*iif J:v*„ 

-«*5t [la] Wffc^»«, tztllf* f h7^KD>U?-X, £ 28 
&5093 - 5096W (1987 i:|£ttW7jifefc f t- J: oT C 4 0 

fi<jC(i. fcfcitf, -ttsfc [2] OftfcttfcHHst [4] *>rt:£% 

itz. R- j *«xf-'jjn&-c**-tt* [ia] oft^a, -est [2] *Mt£» 
or i i:tti&-r .5 ^*-c*4fk^tt*-»* [4] *>it£ , »fcra»KR 

£-5*, o^-c, [la] <7)ft^ttWR ! lCi=H£i-i*^5^«r«ifci:^0. 

7fu h Z. t iz X *) VkZ> Z t VX £ So ^RfcT-teffi 7 
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a, (7 no) tfx (h<; 7 x;^X7<» /< 7 vv A(n)fc J: im&'<7 *>' •? 
AdDifW^ns, ttftottJBftii, hw [ 2 ] offc^*(c*tLT, 0.001 
-lte**T**itf*<, »JL<tt, 0.01-0.05 J: v> c -or 

7 - h ifetf II h 'J x a, T ^ > iJ J: Of f «j V > tV>*T*tE£fc t'^Jf h HZ 0 

Htet [2] *Mb£*Ki*Lt\ l-l0ffiHS*TJ>*i(XJ:<, 
$?*L<ti> 2-4 fe*A,?'*>tU£X\,* 0 Z.t>R£'C&M2iiZj&yi£ixit % 

fbj£fbk3IJS ; -X *>'-*iJJ:tfi*y-*$:f07'fc3-ji,JH ; N,N-->* * + 

<u> 0 ioRi&ii, 4or*»f>a»T, *jj l<«, 7o-i2ot-c\ 30^-72 

HflSk «f*L<«, 1-5BSH, Hitt1-*L(jrj:v» 0 

-te^ [lc]*>fb£»li, fcfcxtf, B*ft*#K. « 3^. * 520-526 K (1985 

*) I£©07J&* iri:J:i)f»*£J: 1 * <i\ -test [ 2 ] 

^fb^u-as:^ [5] nitStoZJsLfcz-ttzztizx^x&zzttfX'&Zo 

£Ti$ffl£ix*/<7>^AEftfb31&£ LT(i, fctxtf, f- h 7 *x (M)7i 
— JU*X7Y>) ^7v7i(0), If* ( h 7i;**x V <>) /*9v»>/»(n) 

9Ui)Y y ^<->v>l, t'X ( h U 7x-lU*X7 <f>) ><7V*«7A(II)ii 

nim^<y'>'^Mn)^t'*mfh*Ho mmommmit, [2] ofb£ 

toK**LT\ 0.001- 1 ^^T-*nif J: < , »JL<«, 0.01 -0.05 fe*)i<X-$> 
T**itf#t:K5e$n4^* f , tzbx.iX* ^>-t*>, h *x j: tf*-> u > 
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tfi* / - ¥<7)T )lo - ; pftK:c?-*& f OJ-^-r Jb« ; N.N- v^-^ 

coRiEJi, a*, 4or*»^astT, »*l<«, 7o-i2or-c, 3053—72^, 

— tt* [lc] Mt&Vatt* tzbz.ll* 7- h7AKn>l/^-X, &28#. £5093 
-5096W (1987*) CieKO^iiriUot^S: MttftlZl^ 
tztk\\i. -ft* [2] Oft***-*** [6] *>fbfc»*Rl£***Cfci:J:o 
THi:WtlJ, £«>JRl&li, a^, SS^4Tt:^7 v-7 AK&fb£1& 

X (h'j7x-**^7Y» M*7V'7i,(II)i3j:U f ttK^*7->''7A(II)^i:*75^lt* 

<b*i*o tt&^ftfflSli. -test [2] <7Mt£&KitLT. 0.001- 1 
*Uf«t<, »iL<lt 0.01-0.05 «*^"C**itf J:v» 0 COJfcC.UtefflSft* 
^tLTli, £8*3^ b 'J -7 A J: h 'J ^/.fc 7*** 'J : 

Kfciitf-J- h 'J *J**3. h*> Vtt¥<r>T i^ii tefcT ? 7 - Y&Viz h U 

Xf*7; > jSjltrtf") y > fcV)*f «jt£&* fc'#£»f *>*l*o £&<0l£ffl*ti, 

[2] WfkS"»i:**LT, 1 -l0tt**-e**U*J: < , ff*L<tt, 2- 

* v U > * ;-/t^^^TF7HKD77>^0 

t'<nri ks; Kfcfc , *>x***-> KjRitrt^^w^if 

a*. 4or*^a*T. ff* lo*. 7o-i2or-c. m#-72*bl **l<«. 
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1 -sisisl nn-ttitft^o 

-*5t [lb] Oit&toU* tztz.l£. -«5t [la] <nit£®*&\t-tzzt{z 
ofc£&K*tLT. 0.5-1.5 fe^frX'&iitfii < > ff£ L<li, 0.8-1.2 

«g£T> »iL<li, 0-30t:T\ 30#-24B#ffl, L < li, 30#-2B*|I8l| 

-test [ic] offc^ji, /jtxif, [ia] ifcii [ib] offcS-ft 

xu* mismmziiz&imx&titf* «i:iiig?n>tv^, tztsu£ % h;-7 

fflgfi, [la] Offc^CtfLT, l.5-5^^;i--e*>^lfJ:<, fcjFi L < 

li, 1.5-2.5 tt*JU-e**il/J:v» 0 C^SJD-C^ffl$n-2>T§«Et LTli, SIdH 

m&w*Rizz%^®mx'hivimi~m7E2ti%^*\ fztz.ix % ^>-t*>, h 

;ux > J: tf* v U ■> ; JSffc / *- U > is J: * n o * * 

W*>*u wn<bOi§«E^-!ii^{iZTO±S^LT^ffl LTt «tv\, C^JS: 
fcli, i§HL OTCtJ^^bST, 5fU<li, 0 -30t:T-. 30fr-24B#K, ft? £ L 
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-tffcS [la] , [lb] £J:tf [Ic] *>ffc#»i;fcv»-C» 7 t: Ko + v* 

-&fb^>#>i£(iM*n^Kfr t'£fcffiL£KfbR£. ^fefeSTC, 
TK^ft 'Jf-^T**-*** t**)*^ fb& I- J: 4 Stc^ «t V$ktt t'<n£m £ 
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[2] 

X^xt «U»fi*ftr;u*;K i«7it-;K fifcT ;u % 
TUi»7'H^itrt-ft^-z '-R» (5t<K R s li % jfflELfcfclTO*)* 
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-?&t>$tiZ&Z ;R M li, -test- Z J -R 5 (5t<K R'tt, MIELfctEItt 
U Z K£Hi^ ttaa****. ) : R ,b 

t$£VR 4b (iv ra-i/jliJIfto-C, /xoy>R*-, v7/i, Tv 

K*, - hoi, kKn + vJH, 7->*£, 7>m*vrt;i/ 

7JHr*XA'7 -f — 7*****'* — 7 >U * X * * — JU* 
7***XA'*-fl'7 5 y\ 7 , ;-***>\ v?n7JU*;K 
4/K ^^77^^^ 7y*7 5;, ***n, 7*3 'J*, 7 ;u 

3*y*^y^7 5 ME^fcfrL-cig^i- aaaa*********-^ 

7»J-iK>L<l±«*ai**«' : R 2e <** a«?*tTv»T«>.fcW'J-*** ; 
R M l5<t^R 4d (i. H-i /Jliliot, ^ny^flSHF-, v7^ ( * 

ju#**>*'*, CKD^yJH, 7->**, 7Ao*ya*;K-jHfc*fcliafc 

£ftTV*T{> «fcV*7;U*>K 7**-*, 7*3*'>, 7>U*;U-f*, 7*** 

*-;i,7 = y\ yj-rt't + v, v?Dr^)K a*/****, aa^r** 
SA a*«***LT*S£i-*£a*tt««****'-' l '« T'J-/KtL<tt 

:R** R". R". r " R 4, fc«ttfR"uL ra-ifci** 

fcot\ Aoy>e, y7;$, 7yKl, 

fl,£, fcKn 7->iUS, 7*3*v****-A'**fcl*a»S*t"Ci.» 
TtJ:v»7'^'K 7**-*, 7ib3*v, 7JmrJUf"*» 7JU**X*7Y 
iJK 7;U*/UXJU*-^ % 7***X**-*7 5 y» 7'J-m->, 

-r-6^aa«na**)i'#-*'»'7''j-'K»L<ttaasR**«: ; r ^j^r 

^ -hDi, KKD*y)H, 7v;i/$, 7JHJ*->*nu+' 

-*«fciia*3ft-C^-c<>J:v»7**JK 7**-** 7>un*->, 7** 
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£Sl5$:3££ ; R e&S*iTi>T{> J:v»ft*7**JK> L<ii->?D7A + 

1-o J 

[2] Wft^»tt, fcfcitf, — tt^C [16] *>ft*»*7**d,/^ J 
K*4v»ttr»;-JP^9>r K*fOyxDr>ffc»fc % <ttOffftTi/:liTffft 
T£RI&S«Cfc -OJSfDT-fcffl $*i*/%n y > ft 

>*>*^£lf*>*l, *0>«ffl*HU -jR^ [16] *>ft*»K**LTl -5« 

K^fors KR ; v*f-;p;uu*4-> K&fc'a****^ kr ; r-th>^t' 

x h*-> Kg J: IF* »J *A tert-7'h*-> £'<»T )Vi] »J£RTJHr*-> K ; * 
*ffc* h 'J -7 A g J: tfTK^f t # 'J * a t tu -h $f tfe \m*ii*)<> 

a u ^ o^K-f Fy>A4^r**'j &E£K*s, *Kf t h ^ a & «t * 

[I6] Oft^CitLT, 1 - 3fS*/l-T**>*Uf wWRl£;-Cffi«S*i4j|t 
&fcLT<i, R«h RffcR-fH, ttft*-tH» + 

>-ttfk»-IP!<rf^*lffe*l, ftfellOfgfflif*. Htt^ [16] Oft^»C«ff L 
T0.01-2^^^T**tl{f«tv> o wWRl&li, i§# x -20-160r-C, 30#-24B$ 

WHttt*itfJ:.i». ifc, £*>K£i:fcir»T\ ^or>fk»oft*>«) (:*>*7x - 

R^7xn->m-^ [2] *>ft£»*»*cfc#-cs* 0 

-ttst [2] oft^ti, -ftst [16] <r)it£toZTn>3-)i> s Mi7z 
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T^^^'/P-KOffilBili, -«g* [16] Offcfc&Kifu l-3»* 
*-C**itfJ:v»o wORl&fcteJB LT(i, R£t:»CT*» 

TUv>. C^Rlc-tf, ii*, -20*C7i^SitT> »U<li, -20- 50"CT% 30 

-HK5t [16] *Mk£»li* fcfcilf, • *7- 5** • V-«M 7 

-f-T (J.Chem.Soc.Pcrkin I) , £ 802 -804 W (1977^) ^ 

ttz. Hft* [2] Wik^»Ci. tzbx.ll* Hft* [17] *>fk#to*EQS«fk 

Kits® tLxu. mn&i- h'l^^ax vmtm-h >; •> a & irnnsiT * * 

•J^JS ; #cri;M»«=«7*-*fc^oratt7***& Wf?(f^ii5. 31 
«88Hk£tt*>ttflJ*l*. [17] Ofk^l-i* LT0.5- 5tt**-C*<ltf «t 

fflili. -ttit [n] *>fk£»fc**LT 1 -50«f*^-C*iitXJ:v» o z<7)RIl.t- 

UV'o -20- 50t:"C% 30*-24«FHfafc-f*ltf^V»o 
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it-ti. Remits t<izmjzzti%^tf. fzt*.i£, #mTttzitmBTiz % 

30 #-24 Bf fflHifei-fitf j: i,>o 
itz. -ft* [2] Ojfc^»tt, -ft* [18] <r)it£®£izm<nttTifzlt 

KJH ; T-fc h > h ; ^ * j:0f.x. y 

/-^ifw7)^-^;a «j ->* > ^ WW h *u ^ ft <7)i§&ri , i 
ti r «±££ L TfcfflLTfc J: v\> -<&RIc^ttfflS*i*S£i LTti, 

uUWTfrii 'J£g*fHt% ; mWiiJ x ) *> Afc J: h 'J->A4^7* 

* *lHfc-*- h »; V-U&X Xfim.\tiJ % ) l^tn t'<r>it&\tT)\,ij ') 

ZZwmTbtL* *-*>flEffl*u\ -ft* [18] *>{fc£tti:*tL-ci-3te*JU-c- 

y-^Jgi: LT<±, tztz.l£* 2,4->'7*tD7x/-* t 2.4->7Jb + n 
f-*7iy-*is^tJ f i^y-*«:ir* t Sitff>ii, -tot [is] 

hits tti^fifti, -ft* [is] wft^»i:*#Lr o.oi-2tt*n,r-*iitf 
-ft* [is] oib^-ttii. tz£x.ix* -f • J-* • *r- ■*—#--/ 1 ■ 

y = Xf'J- (J.Org.Chcin.) , ?&44g, &1I^\ t£ 1784-1787 M (1979 ^) 

-ft* [17] 0>ffc£1&(i» -ft* [8] *>ffc£1&*fi7c1-*- fciz* »)f»* d 



WO 96/26921 



30 



PCT/JP96AMM99 



[8] Oft£&i:i*LT 0.1 -20 ferE^"C*>*Uf X < v RlfciSjiflJ £ L t\ 

t\ o.i-3®*>i>'e$>tiifx^ 0 zn&Li&izmmztL&mmtLxa. risks 
w-f^s ; * ; iftftg J: v r -t h - h v*fc^a***ffc*i, w*i a, 

-«fcliZ«&±R*LTttfflLTC>J:v» 0 C<7>£jfc<j:, i§#, -20-l60tT\ 
30 #-24 fl#fflH$fc1-fttf «t 

[8] (Dit^mit, tztz.l£ s [7] Offc£&£7>H7-;u8, 

#«Tifcl**#lETfcRl£**4wfcUJ: CORjfctztt 

** -> Kfc fox * v KjR ; T-t F» > U t'<n + h >& ; * ? y - J: x 

i/-rtZl|Ja±«^LTttfflLT(> J:v»„ CORlSKttfll3tt*£$fc LTti, 
tzbz.ll* th'I^A^ h + -> h\ ^-h'jvAxh^v KiUtf* V 9 A tert-r 

i ;fc*W*(f<b*i* 0 £&<7M£ffl*li, [7] Offc^&CtfLT 1 - 3 tt 

* 7 * y - LTti, tzti.ll. 2, 4 -/7^D7i y-;u % 2.4 -*>'7 
^^nf-^7xy-;w^J:^i^y-^^i:'75 J P«r<bii, *oftffl*(i % 
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mtztfmrhti. ttiotffliii, -e^ [7] Mt&vsiznLT 0.01- 2 ^ 

*;u-C**itfJ:v>o ZOKfctt, -20-l60t-C, 30#-24B#|SJ3|jfe1-*U;r 

-ISsS [7] Ott^tl, *T \ ilK • 77-7->a-f<*)l • 7* 

(Chem.Pharm.Bull) „ £9^\ & 2399 - 2409 K (1992 30 t' 

fcfcx.tf, (fcfcxtf, *9 J-*,^ 3-9 J-*,* + * 

w©Ric-t:«fli*<i*Kt LTiix «SttiJ J: OTKIHr f otttt ; P - h;wi>x;u 
*>&*tV)W«K#W<b*i*o R*>«ffl*li. HRst [11] *>fb£»K**L 

T0.1-50^^T-*fL{f M»„ ^ 0-150r-C, 30^-24 I^Pa^ 
-#5*: [10] <Dit£®lt. -ft* [9] Oft^»«r, *S*<D#ftTifcli*# 

;u?o'j yZZ&mifbtL&o T-fcf-MbfclOttffittl*, -J&5t [9] ^HbS-ta 
UitLT. 1 - 5te**T**Uf Xv\, £ ORE KttJB Ltli, £ 

Kfc J: tfN.N- ^T-fc* 5 Ki to? ^ KJK ; > * / X XI*. 9 / - 

Si : ftlifJI'ftf'OiXf^ ; 7-fe h-f'J/tJSr^W- h'J ^»«rf*s|glf 
<b*U ^n*b<7)i§^{i, -SUJ:O f rll£l±fifi'LTflefflLTiJ:v»o w<ORl& 

~ > a X 1/ fcf »; > f WttT 'J *AfcJ: CTt h U -7 A 
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[ii] oft -usst [10] ^fb^«rT';-;n.»;r-?- i 
-roSfctt, -fc* [la] ofb^oMtBtK^ftft-cjutL.a^-w-ieor 

-to* [17] oft^fttt, hr* [12] ofk^»**tio#ftTifctt^ft 

»wtt«*tt» H« [12] ofb£»uttLT, l-ioott*Ji.T**itfj:v» 0 c 

htl2> 0 Z(Dfcfcli., a#» 0-l50t:T% 30^-24^KHte-f^l(f J:v> 0 

-*5t [12] tf>ffc^»(i, * 5 • 77-Tva-f • r 

*f-> (Chem.Phann.Bull) , &40#, £9^ & 2399- 2409 H (1992 & f 

[17] *)ffc£»li % -ft* [15] <0fb£»*»W#ttTKtt7-fe*;Mb 

*J3«fcy f *-W8i§& (fcixtf, *9J-a,, ^*/->k 

***>afc^Otf«Ka<*Jf**i* 0 ttMtt^>«!ffl«a. -«5t [15] <7>fb£ 
ttUtf LT0.1-50^^^T'*tl(f Z0>BLl£tt % aKT. 0-150fC» 30# 

-tt* [15] «<k^»tt, HttsS; [14] Ofb£fc*»8^#£T 

rtcanroi. h nfb ufti- - 1 iz x *> n * d t #x & * 0 ^ <o sc. jcamj $ n * 

- h nfbffjt LTfi, iliiK. $8&fc«t tm*#&?>&K ; fiSKi* J: crettOft 
KSri^WbilSo -hofbl«<0ftffl#<i, -tf:^ [H] *>fb£»K**lTl 

iW'ttlBH, ii*, 0-l50t:T\ !0 5r-24B#ffl$&JJrr*itfJ:v\, 

-test [14] ofb^»:i, -ttsfc [i3] ofb£»*ffi*0#£Ti 
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T^itmtLXtt. ***Bm&XXfT-t + )V9ui) K«rf2>«SlJff,ns 0 7-tf 

JHfc»<&ttffi*(i, [13] «>fl:#»u*tLTl -5tt**-c**iur j:i» s 

>i^t«75>jR;^l*';'>Aijj:i|fljaith»;'>Aft^7**'j^ 

*Wt*M«*lf**l4. HR [13] OfcfrftlltfLTl - 

no.tJi,A4^or> ffc*Hfc*;(sJi ;N,N->^f**^7; Kfc J: n. 

-160"CT\ 10 24 BSmHttl-tltfJ: t\, 

-ft* [13] *>ffc£»ti % ^fcitf, #R¥2 -268*iua*o;&&4^{-j:o 

[2] fe-fc [7] - [is] <r>it£®<n%k ltu, [i] oft 

[2] *>«ttf [7] - [18] Offc£ttifc{i**i<b*>£Kiiv,»-c\ Utt 
-ft* [2] £«ttf [7] - [18] <nit&toitzit*tih<Dtiuzti\,*x* T i 

LTi*-#, real £-5?t:i&i:-ci#&ao^tt-cin 

iOJi"9llL-C»«>*i/j-** [2] fc«fctf [7] - [18] <r>\l&httz\t* 
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Id, t**;ML 7vMt, 7* Kit, x**-*ffc, Eft, -Mju«>7*->* 
»; > i littft f - * - )V tc i:* * &m L tz » o y > i t Rfc, K *Ri& S (i &fln * 

J:oT, ifcli, tia^t, ffeo-H&St [2] iJ 

.ttf [7] - [18] 0><t&toitzit*<oVUzmm+&zi:tf'C$& o Sfc, fflifi. 

tf «fc < , aidant uteffl $ ti&mMMs x * t-os«sij«ifts»j * 

&4fifc«t lift li, Mfc «t tfiEttCJS tTiiHig^i-^ c 

a*»*AtC**LT(±, 1B|/:I) ( £)0.05-l000mg/kg*SJrc-, £□ 

ittWIl C0X-l^J:0 f 2OTStt«iW*^aiJe 

COX- 1 t L T 7 ~>'ttSHl ^oy-A (xK7>f^yo •>'-&») , COX- 
2 fc LTfc 7 COX- 2 t§Sao D D £fcffi1-* 0 C 

COX-lfl&itOaB5g*ft«, ^0*v-z (Procaccini) <bO^Ftt 5 * 

;U • 7r-730-/- (Biochem. Pharmacol.) , £ 26 £ 1051-I057 K (I977 
& ] IzmC-Cff* To IOO/«gWOi:7i/««»5^nv- 
A % 5 mMXH'^7'J 5 mM ^ 9 + * > «r^tf 50mM r- 'J ^ttfllift (pH8.0) 
0.5ml C. •/Vf)^*.t4-> KK»!*S-£fctt»fl:fc» (Sfctftg l £ /-I* 100 
Ai g/ml) fcJnifctfc, 37t:T\ 2fl-HltiH&lK*(T*?. 0.04,/ Ci[l-' 4 C]77* K 
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COX-2rSt4<Oig!5£&ftli % 5fi/b (Mitchell) *>02fi£ [7*D -> y > • 
*7 • -V g * • 7*fS - ■ *r • *-fx> v-X • • af-ffv K • 
Xf-X - ty-7>'J* (Proc.Natl.Acad.Scl USA) , &90# % 8 11693-11697 
K (1993*) ] UWUTfffr^. + SfclfcJt 5 „ g/ml (I0*fit/M) <0t 

7v'H&a$S*COX-2ffiSiD D n, 5mMxt^7'J>, SmM^^ft^, 1 M m 
^Tf->«r^tr 50mM HJXftlriK (pH8.0) 0.5ml IZ S Vj***,*****, Kd 

®mz-&tz&mt&® i*t»mm 1 1 tzu wo ft gm) ztja*.t2& s 37tT\ 2 

frffiM&EZft* To 0.04 ^ Ci[l- w C]7 9* K>tt (77 *> -r^ftSii) fc^-fr 
3Jnmol 79* K^Kfc&jDL (E&igg 6.6 M) % 37tT, 4 #BU£lL.*-t*-£ 0 
COX iSttOfflJ^fi, [/Wt^; ij *, • 7 7 — ~? ~d u i? — 

(Biochem. Pharmacol. ) , ^ 25 & 937-941 Jf (1976 ^) ] dig CTtf -? c 
-t s Kl£»HCn-^*tf >/»Hlxf-* (2 : 1) Oig£}£2 ml fcjDx., 

Tl# fiiitzUHt^M. tifcfo V a >*7>;-ffl/^7;n:^L, PGE, 
»8ii:i-*o@iIXL^*tt«<r79*K>«*Bt L^Ol ml >f- U- 

f-u-->3>*-7>^ - T-iM^ L , £Jfc*fr£14o o *> PGE^Boifcftn&teoig^ 

«r^tr3> ho-*(;*t-rstt||ft^%{;j:4ejft*WfiT*, COX j£13tfp|lj$ 

■ *1 



H0U No. COX-l PP»J!£ COX-2 W» 



6 - + 



7 
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37(6) 


_* * 
T*T 




T*T*T" 


37(8) 


4-4^1. 

• i i 


37(11) 


» » » 


37(12) 


1 T ~ 
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-4.-4- 
f T 




T*+- 




tii 
t T1 




1 ■ 
++ 
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46(2) 


4. 4. A 
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46(4) 


TTT 


46(7) -* 


+4-* 


46(8) 


Ill 


46(11) 


+4- 


46(20) -* 


4.4^* 

TTT 


46(22) 


~~ 


46(23) 


4.4. 


52 


4>4-4- 

TTT 


61 -* 


++♦ 

f 1 


62 


+ ++ 


64 


+++ 


70 


+ + 


78 





#fk^»«>iaw«r» - mmmo-25%*ffi) ,+ 25-50%*^) .++ (n# 

$ 50-75%*iS) (IS^£ 75-100%) -C^-fo *EPli, g**&J£ 1 /i 
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g/ml "CO|£*£?f1"o 

(Arznehnittel-Fbrschung) , 8 42(0)^ £ 7"*h 935-944 WKieffcO^Cig CT 

*J<7,9 >i"(Z&m&7v Y !90-230g) £l85EfcEU 7ya 

/<> h t LX^M^yV ^ >l-£&W (Mycobacterium tuberculosis) <7>&&?E®£ 

'<> h&m& i4 Baizm&imm®mzx >)P5^tL (Da y i4) % 1 b im&& 

4 BISK &Sfcffc£&£ 0.5%(W/V)>f-;u-t;wo-X7Ki§jd[tr«i5$^^to$- 1 
nuvioog i$no$i£x-mn&5-ltzo m&&5-<n$LB (DaylS) uumttMMSflt 
fcaUScU T&<7)3;lzXt)WmmZMtz 0 

«JflJ$ (%) = (1- (»#PODayl8 (7)??S$/^4»^Dayl4 / 
(M^P*) Day18 OiftM/iflSBO Dayl4 ?>#jl$) ) XJOO 

£2 Tv**/<> h Nlff&IWMjftt!) (fflSlOmg/kg) 



nmm no. ?p*«j^(%) 



1 


30 


7 


41 


8(2) 


39 


8(3) 


37 


8(4). 


45* 


9 


25 


10(11) 


22 


10(13) 


27 


10(14) 


38 


10(22) 


46 
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34 


35 


35(1) 


39 








3o 


35(4) 


57 


35(5) 


52* 

* 


35(7) 


57 


3o 


A A 

44 


37(3) 


34 


37(0) 


42 


37(8) 


48 


37(9) 


46 


37(10) 


56 


37(11) 


47 


37(!9) 


22 


46(2) 


30 


46(19) 


25 


88 


50 



l»7-8EO-) * X?-&mi$.7v h (fcS !80- 230g) £&fflU 24mm 
2HIJ&Bi:J: »)StfE*ii\ I£ffittiU 1 %(V/V)**-r«j >j§i£T- 30 
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HJfeMNo. fflS(mg/kg) 



7 


100 


0/7 


9 


100 


0/7 


n > h a — ;u 




0/8 




10 


8/8 



WTO £ f£JB L T ft-tf 9 f- > * * £ * . 

2- (2.4 -/7)^D7x J #v) - 4 *-*f- — 



4 - ^ ho - 1, r-t'7x-)b 50mg 

fit! 1 14.5mg 

a->7,9 — + 20mg 

tKD + y7 , Dt>-t^n-X 2mg 

fiR****** 1.5mg 

JUr^D-XAJPv^A 10mg 

WK^^^'/^A 2mg 



It 200mg 



SffJM 2 

2- (2,4--/7i^n7iM-/) -4'-^f-^^^7 <-fr- 
4- - ho-l,r-t'7x-)l' 25mg 



WO 96/26921 



41 



PCT/JP96/00499 



* v ^ f-^-t ;u o - x ij )U > a 



tt" 120mg 
a±£l LT^ftCJ: O^Jiii-'&o 

2- (2,4->'7*'tn7x/ + -» -4 '-yf-^XJP? -r 



4 hv- 1. l'-tf7i-;W 50mg 

?LIS 74mg 

®ISra-t^D-Z 5 5mg 

tl>*D^->7'D^jH:^o-7 2mg 

ij >t-*'*-> >f;H:^n-x* A i5 mg 

XfT'J^vy^y^A 2mg 

* * 9 2mg 



It 200mg 



la^ttfti: LT^&dJ: O^iti-^o 



4 h D- 1. 1 tf7x-;W lOOmg 

ILH 49mg 

»^-t^D-^ 55mg 

k K n * v 7*o £ /u-fc iv o - * 2mg 



49mg 
36mg 
lmg 
6.6mg 
I.2mg 
1.2mg 
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ijfo f-A"fc jus-* i 5ing 

^fT'j^Kvny^A 2mg 

2mg 

5 ft 225mg 



mm 5 



io 4--Fn-l,l '-t'7x^Jb 200mg 
{&$aBB-fc>t'n-X lOOmg 

^fT'l^ny^A 3mg 



!5 If 333mg 



JJLt* lttfl-<D*mfc LT#i£i;J: »)gffJi:1-4o 

20 >';*r;i/60, 70 - 230 >vy a [silica gel 60, 70~230mesh (*JU*tt«) ] & 

d^DMSO : j|->'> •f^X K 
Me ; g 

25 Btli-f-iU* 

Ph : 7x-;i^i 

2*»HfcTi:i 2- (2,4->'7)^D7xy^v) - 4 h n 
^>-t> 0.65g, 4 -J***'?'* 7jl-)I> h 'J yf - ;U f - > 0.98g £ J: T h 
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(f'J7i-^*X7Y» '<^>'7A(0)0.07g £ h JWx> 13ml UflDx., 4 B$|$ 

tttf, ftfe8S?>2- (2,4-v7^tD7i/*v) - 4 *- 4 - 
- ho- l, l lf7i-JW0.26g 

NMR(CDC1,): * it 2.50(3H,s),6.8-8. 1 ( I OH.m) 
No.2(l) 

2- (2,4-/7;^07x^-/) - 4 *- * f-Jl/?-*- 1 . 1 \£y xxn,- 
5 -* 

IR(neat)an' l :1730.1SOS 

NMR(CDC1,) 8 <I:2.50(3H,s),3.90(3H.s).6.7-8.2( 1 OH.m) 
No.2(2) 

2- (2,4-v7^tD7x^v) -4'-^fHt-l,l'-t'7i^)l,- 
IR(neaDcm': 1720,1505 

NMR(CDCI,) 5 fI:2.50(3H.s).3.89(3H,s).6.8-8.0(10H.m) 

S^#B^T(- 1 -7*D*- 2 — (2,4->'7HD7i^-» - 4 h n 

^>-t*>4.00g» 4 -^-f-^-^t 7 x -7K2.44g» 2 M^K* h 'J 7 

& 12.1ml SIUt h 7** (MJ7x-Jkt77^» /<? 7 A<0)0.42g £ h 

80ml- «t V x * y - ;u 12ml o&£jgfiH:j!nia.> 4HISini£$^^o 

7y-7<- [tgJtft; >#Kif*= 20:1] "CfllS+ittf, 3tfe£ H B a 0 2 

- (2,4-y'7;i'tn7x;*-» - 4 '- ^ 4 -x h d- 1 , l \£ 

7xx;u 4.08g £f#£c 
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».S:91-92t: [x*/-;t,] 

NMR(CDCI,): S 2.50(3H.s),6.8-8.1(IOH,m) 
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*1 b 
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0 
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H 


-CH 2 -@ 
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CH 3 


0 


N0 2 


H 


-OCH 3 
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CH 3 


0 
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4(13) 


CH 3 


0 


H 


N0 2 
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SI c 






n 


R 9 


R 4 


R* 


4(15) 


CH 3 


0 


F 


H 




4(16) 


CHj 


0 


H 


COCH, 




4(17) 


CH 3 


0 


CF 3 


H 




4(18) 


CH 3 


0 


H 


CH 3 


-<>3§>-F 


4(19) 


CH 3 


0 


H 


OCH 3 




4(20) 


CH 3 


0 


H 


CHO 


-O^-F 


4(21) 


CH 3 


0 


H 


CN 


-0I&-F 



No.4(l) 

NMRCCDO,) 8 fe: I . l-2.0( 10H,m).2.50(3H.s),4. 1 -4.7( 1 H.m).7. 1 -8.0(7H,m) 
No.4(2) 

IR(neai)cm ': 1585. 1485.1 165 

NMR(CDC1,) S 11:2.5 l(3H.s),3.76(3H.s).6.5-7.6( 1 2H.m) 
No.4(3) 

lfc£:90-9ir [x*/-;u] 
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NMR(CDC1 ? ) 8 ffi:2.50(3H,s).2.55(3H,s).6.7-7.9(10H.m) 
N .4(4) 

iK*:96— 97*C [i 

NMR(CDC1,) 8 H:2.49(3H,s),6.8-7.6( I OH,m) 
No.4(5) 

B!*:13I-133 , C [>fy7'Dl:*x-ffl'] 

NMR(CDC1,) 8 It :1.3-2.1(10H,m),2.20(3H.s),2.60(3H,s),4.2-4.5(IH.m).6.8- 

7.7(8H,m) 

No.4(6) 

l».^:76 -78t: [4 V/D t'^x-fil'] 

NMR(CDC1,) £ ffi:l.2-2.2(10H.m),2.50(3H.s).4.2-4.7(iam),6.8-8.4(7H.m) 
No.4(7) 

IR(neai)cm ': 1 670, 1 520, 1 345 

NMR(CDC1,) 8 fit:2.45(3H,s).7.0-8.6(12H.m) 

No.4(8) 

IR(neat)cin ': 1 720, 1 505, 1 460, 1 290 

NMR(CDQ,) 8 li:2.50(3H,s).3.89(3H.s),6.7-8.l(10H.m) 
No.4(9) 

It*: 102 -104*0 

NMR(CDCI,) 8 fil:2.60(3H,s).4. 1 0(2H,s),6.9-8.3( 1 2H,m) 
No.4(10) 

M *: 108 -nor 

NMR(CDC1,) 5<i:2.60(3H.s).3.90(3H.s).7.2-8.I(7H.m) 
No.4(ll) 

Sfe.^L:88-89'C [X5ry-*] 

NMR(CDC1,) 8 M:2.46(3H,s).6.8-8.4( 1 1 H.m) 

No.4(l2) 

*.£:»-70 , C [J^?S-)1] 

NMR(CDCI„) 8M:\ .35(3HxJ=7.5Hz).2.93(2H,q.J=7.5Hz),6.8-8. 1 ( 1 0H,m) 
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No.4(13) 

IR(ncal)cni 1 : 1 520, 1 505, 1 345 

NMR(CDCI,) 8 iI:2.52(3H,s).6.7-8.4(IOH.m) 
No.4(14) 

IR(neat)an ': 1505, 1335 

NMR(CDC1,) S <I:2.52(3H.s).6.9-7.7(10H.m) 
No.4(15) 

IR(ncai)cm': 1590, 1485 

NMR(CDCI,) 3 <i:2.47(3H,s).6.8-7.8( 12H,m) 
No.4(16) 

IR(neal)cm': 1680, 1505 

NMR(CDQ0 £ii:2.47(3H,s).2.54(3H,s),6.6-8.1(10H.m) 
No.4(17) 

IR(neat)cm ':1510,1330 

NMR(CDC1,) £ii:2.52(3H.s).6.8-7.7(10H,m) 
No.4(18) 

DKneaOcm 1 : 1505.1250 

NMR(CDCI,) S fil:2.34<3H,s).2.45(3H.s).6.6-7.7(10H,m) 
No.4(19) 

IR(neai)cni ': 1 505. 1480.1 205 

NMR(CDC1,) 6 fit:2.53(3H.s).3.84(3H.s).6.6-7.7(10H.m) 
No.4(20) 

IR(neat)cm l :1695.I505 

NMR(CDC1 ? ) S H:2.50(3H,s).6.7-8.2(10H.m).10.00(IH.s) 
No.4(21) 

lfi*:94 -95r [x*/-*] 

NMR(CDC1,) S iI:2.49(3H.s).6.8-7.8(I0H.m) 

(l)M^*H^.Tt:2 -rot- 5- - hn^/X7^ft K 2.10g £.£#4 -> 
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■^;U^^-7i-^*^gg 1.50g, 2Mj9tKi" h ^Jkiglfc 9.1ml fcitf-r h^* 
* ( h 'J 7i-A*^7^ >)^>*7V^A(0)0.32g * h 50ml S- 

;HOml^S^^I-ttJx, 2 iSEMSjft L£&, i§JE£ 

>:KKxf"^=5:l] -CffiS-ftltf, Hfe^O 2 -* >U S )V- 4 ^ f- 
-4-- FD-l,r-t'7x^^ 2.00g 
B>*:93-95X: [3-9 J- fr] 

NMR(CDC1,) 8 ffi:2.52(3H,s),7.9-8.9(7H,m).10.I(1H.s) 
io (2K^y'*MJ7*i)l'*X*i-)irDJ K0.87g£> IOmlU}gfB$ 
liST* 28%(W/W)-^ h V -7 A > F+vI>7^- 0.35g J: Xf 2 - * JU 

= ;u-4'-^f-^^^-4 - — h n- 1 , 1 • - If 7 x — /K).50g £ }JD;i.|6l}£J£T- 
2U#ffi*#1-* c fcJk&^fczkTM* J: J^S^lJi: tin*., INSSi 

•CpH5.0 £MU W«®«r^flXi-^o ^ J: ^*Q&E*-C 

T-ifg3?-r*i{f,iflffe?ft^^4'->^^f-t-4 hn-2-xf;ib- i. 
1 t'7x-)l 0.60g 
IR(neaOcm':1515.1345 
20 NMR(CDC1,) Sfit:2.60(3H,s).6.4-8.7(14H,m) 

MS&ffl^TU 1 -T'ot-2 - (2.4--/7J^D7x-Jl'f*) -4--h 
D^>-tf> 0.90g, 4 - — Jl^xiA- h , )-mH' J f-> I.39g £ J: tff 

h 7*3. ( K'J 7xi«'*X7 < >) '<?y'7i(0)0.09g 18ml CflDx., 

Ml!^*7A^D7F/77^- ;^*"^>:ltKif-iU=2:l ] T" 

ffi|g-r*L(jr, &feJSi§,?>2- (2,4-/7^D7x^m) -4'->f-^X 

rt,*-rt,-4 -~ ho- 1, 1 t'7x-;uo.27g £®£o 
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NMR(d 6 -DMSO): S fil 3.31(3H.s),7.1-8.3(10H.m) 

2- (2,4->'7A'tD7i;*y) -4*->f-^f-*-4~-hD-l.r- 
tf7x-;U0.70g «r*£ffc>f-U> 14ml 0-5t:T'm-^oni§$.i. 
#&0.29g *iJD;U I§I?£J&T-2I$|I8«#1-*o £&#0£K*i!§-*- h »j ^ 

7/^y7At^$«, «ET{:^8l«rS^-r*o 'Ghtitzftg®*^? J - 

frx-n£&-rtii£. ifeisa<0 2- (2.4->*7^*D7iy+v) -4--yf 

;u X ;b 7 -f - ;U - 4 - - ho - l, 1 tT7i^;K).51g 
»*:137-138'C [i*/-*] 
NMR^-DMSO) $ii:2.81(3H,s).7.1-8.2(10H,ni) 



*2 






[0) n 
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N .8(1) 

125- 126*0 [J^y'-A'] 
NMR(dj-DMSO) $ lI:2.57(3H.s).2.80(3H.s).7.0-8. 1 ( 1 OH,m) 
No.8(2) 

5 B!£:165-I66 , C S-fr) 

NMR(d 6 -DMSO) d 1i:2.82(3H,s).6.9-8.4(10H.m) 
No.8(3) 

NMR(CDCI,) d ffi:2.78(3H,s),6.7-7.8(10H,m) 
10 No.8(4) 

NMR(CDC1,) d <I:2.78(3H,s).6.7-7.8(l0H,m) 

2- (2,4-'>'7;i/tD7xy^i/) -4'->f i^f t-4--FD-],r- 
15 t^7i-JK).70g *i&it**l'> 14ml U 0 - 5tfm- * oni§$J. 
#&0.65g SrJjDx., ^iaT'2i^ra«^1-io £f&fO£K*3*#* h 'J ->i 

;i/i3J:U f x^y-;KOig^filT'fflSBl.i-tLtf % jtefe*£ H H B?> 2 - (2.4 -v?^ 
20 tD7i^v) - 4'- ^ ;i/ X ;u ^ - 4 h a- 1, 1 t'7izjl/ 
0.62g £f#£ 0 

St£:I8l- 182*0 [x*/-*-7-fch-h "J 
NMR(d 6 -DMSO) £ <l:3.30<3H.s).7.0-8.2(10H.m) 

25 HlfcW9 t|i|»ULT*3 a-c«)ffc#»*»*. 
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*3 a 
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l°)n 
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H 




10(4) 


CW, 


2 


CN 


H 
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S3 b 






r* 3 

R 4 






R' 
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S3 C 




10(15) CH 3 2 F H -o-© 

10(16) CHi 2 H cqc^ -o^-F 
10(17) CH 3 2 CF 3 H -£td)-F 



10(18) CH 3 2 H CH 3 ~£©-F 

10(19) CH 3 2 H OCH 3 -£&-F 



10(20) CH 3 2 N0 2 H -CW=CH-® 

10(21) CH 3 2 H COOCH, -O^-F 

10(22) CH 3 2 H CN -<>^-F 

No.lO(l) _ . - 
It*:149-149.5t: 

NMR(d t -DMSO) S tt: 1 . 1 -2.0( 1 0H,m).3. 1 2(3H.s).4.2-4.7( 1 H,m)7.3-8.2(7H.m) 
No. 10(2) 

a*:159-160 , C [T-tY- h 'i *] 

NMR(CDC1,) <5 fi|:3.00(3H.s).3.76(3H,s).6.5-7.8(12H.m) 
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N .10(3) 

U .6:172- I73t [x^y-;i,-7-th-h'j 
NMR(d 6 -DMSO) $ te:2.57(3H,s),3.27(3H,s).7.1-8.1(I0H.m) 
No. 10(4) 

ffl»£:166- 167*0 [ji^"y-;U-T-t h - b »J )\s&£ifcU] 
NMR(d| 6 -DMSO) 5 ^:3.28(3H,s).7.1-8.2(10H.m) 
No. 10(5) 

»*:184-186t: [i^y-JU] 

NMR(CDCI,) 5 ffi :1.3-2.1(10H.m).2.20(3H,s).3.10(3H.s).4.2-4.5(IH.iti).6.8- 

8.1(8H,m) 

No. 1 0(6) 

145 -1470 [i*/-*] 
NMR(CDCI,) * <I:1.3-2.2(10H,m).3.10(3H,s),4.3-4.7(lH,m),6.9-8.4(7H,m) 
No. 10(7) 

|*.S:170-172O [3-*;-)V} 
NMR(oVDMSO) 5 fe:3.20(3H,s),7.5-8.6< 1 2H,m) 
No. 10(8) 

It*:l66-I67TC [7-fc h- h 'J 

NMR(CDC1,) S ffi:3.00(3H.s),3.80(3H.s).6.7-8.1(10H.m) 
No. 10(9) 

*.6:182- 184*0 [7-fc h - h 'J *] 

NMR(oVDMSO) S H:3.29(3H.s).4.09(2H.s).6.9-8.2(12H,m) 
No. 10(10) 

lfe£:199-2QlO [T-t Y - V *) ^3 

NMR(oVDMSO) 5 fe:3.28(3H.s).3.95(3H.s).7.6-8.3(7H,m) 

No.KHH) 

S»£:2 19 -220*0 [x*y-JU-7-fch-M 
NMR(d 6 -DMSO) $ <I:3.23(3H,s).7.l-8.4(l IH.m) 

No. 10(1 2) 
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125-126*0 

NMR^-DMSO) 9H:IA 6(3H,U=7.5Hz).3.40(2H,q J=7.5Hz).7.2-8.2( I OH.m) 
No.l0(13) 

».£:186-187t [x^y-ju-7-fc h-h «J^iH^?§«E] 
NMR^-DMSO) * fiI:3.30(3H.s).6.9-8.4(10H,m) 
No.l0(14) 

103.5 -104.5T? [4 V 7"a fcffrx-f- 
NMR(CDG,) £ fI:3.10(3H,s),6.7-8.1(10H,m) 
No.lO(15) 

jB!*:122.5-125.0 , C [7-b h - h 'J *] 
NMR(CDG.,) (5 ffi:3.06(3H.s).6.8-8.0(12H,m) 
No. 1 CHI 6) 

Hl£:153.5-154.5T: [x*y-*] 

NMRtCDa,) <J <I:2.60(3H.s).3-09(3H,s).6.7-8.2( 1 OH.m) 

No. 10(1 7) 

»JS:132-133'C [x*y-*] 
NMR(CDC1,) £ ffi:3.10(3H.s).6.8-8.2(10H,m) 
No. 10(1 8) 

Mj*C:119— 120TC ['fyyof^X-f*] 
NMR(CDCI,) 5 fl:2.38(3H.s).3.06(3H,s).6.7-8.1(10H,m) 
No. 10(1 9) 

SJLS: 128- 129*0 [X^y-Jb] 

NMR(CDC1,) * te:3.08(3H.s),3.86(3H,s),6.5-8.2(10H,m) 
No.l0(20)- 

BLft:218-219*C [T-fe h- h 'J JU] 
NMR(d 6 -DMSO) 5 iI:3.31(3H.s),6.9-8.7(14H,m) 
No. 10(21) 

ft*:l41.5-142.0'C [X*V-J1/] 

NMR(CDC1,) S tt:3.09(3H,s),3.92(3H,s).6.7-8.2( 1 OH.m) 
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No.l0(22) 
BL£: 163 -164*0 

NMR(CDCI,) 8 11:3. 1 0(3H,s),6.8-8.2( 1 OH.m) 
HJfefl! 11 

(l)2-^h#->-4 , -/f-^X;l/*-^-4--hD-l,i'-if 7x -,| / 
5.60g £ftK30ml J: V 47%£ft*5f£K 30ml (-$§#3-^ 4 B$f8|*D&jI 

¥fbtitz%mmiZ7t*.i:tiaz_. 1 N*Kfl:-*- h 'J •> a^mt- p hi2 
*Jl£#fl5l1-& 0 ^ft£*®i:ft&i-7-^£Sn;i» 1 N£&T- P H2.o u 

»7/?.yn-Ct«H, *ETU*flt*93fc1-S. Hf>n/:^i:^/7' 
oi^x-T^fcflD*., «JRi-tLlf, &StfeS0«5 2.2Og*#*o &btitzmifm 
£ T -t h - h *Uf % i^fSfefca!^ 2-fcKn*->-4*->-^;ux 

4 - - h a - 1, l -~\£-7 ^->V 2.(X)g 
«fc.£:250m± [T-t h - h 'J JU] 

NMR(d 6 -DMSO) S ffi:3.28(3H,s),7.6-8.3(7H.m).1 1.0(lH.s) 
{2m^n%T \z (*)%fcmti- MJ^^ 0.06g £ N. N - *>' > ;u * ;u A r 5 K 5 
ml (-An*, *v»"C % Mi'mT- 2 - Kn*> - 4 *- 4 -- h n 

-l.r-^xr* 0.40g £ 5 KNlX'frmmrt * o |bJ fiftT 30 frfflfctf L 
fe» Rlt-fi^t: 40t:T', ->^D/<>f yo.l7ml<DN,N-->'>f 
)1>J+T S K2 ml i£ifc£ 15 #P«8-C?«T1-£o TOST* 30 #|SHi# L££, gfit- 
60%(W/W)7K^fk+ F- 'J *A 0.05g Zmt-Zo Kfc$l&®HZ 40X:X\ >?n^>-^ 
;i^rn= K0.l7mlWN.N-->'^f-^^^A7^ K 2 ml ?§?££ ISfrfilT'i&T't %><, 

^ii^SSS&U-f v7n tT;bx-r;u«rtDx., itfl*1-fUf, i^HfeHJF^ o.38g 
^n^>f)^ + ->-4'-^f^X^*-Jl'-4--hD-l,r-lf7xr.j|/ 
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0.34g £f#So 

»*:169-171.5'C [T-b h - b U ;P] 

NMR(dj-DMSO) $ <I: 1 .3-2.4(8H,m),3.29(3H,s).4.8-5.3( 1 H,m)/7.6-8.4(7H.m) 
IP 12 
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12(4) 
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CH 3 
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2 
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N0 3 
NO 2 


H 
H 


.CH 3 

-0-® 



$4 wfb^»o»tt<rWTi:^-#-. 

No.l2(l) 

K.fttMS-l^'C [x* 

NMR^-DMSO) <5 «: 1.30(6H,dJ=6.0Hz).3.3(K3H.s).4.5-5.3(lH.m).7.6-8.3(7H.m) 
No. 12(2) 

».#.:127-129t: [x*/-*] 

NMR(dj-DMSO) 5 fig K).89(3H.uJ=6.0Hz).1.00-2.00(4H,m).3.30(3H.s).4.19(2H.t. 
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J=6.0Hz).7.6-8.2(7H.m) 
No.l2(3) 

j»*:204^-207'C [7th-h'J*] 

NMR^-DMSO) S ffi:3.27(3H,s).5.34(2H,s),7.42(5H.s),7.5-8.3(7H,m) 
No. 12(4) 

»£:182-184t: [T-fc h - h ') )l>] 
NMR(d 6 -DMSO) <J €:3.26(3H,s),7.0-8.4(12H,m) 
No. 1 2(5) 

i».£:l 10- 112*0 [xfjU-fjH 

NMR(d 4 -DMSO) 5 ffi:0.9-2.4(12H,m).3.28(3H.s).4.9-5.5(lH.m).7.5-8.3(7H.m) 
Hifefll 13 

4->T7-2 - (2,4-v7HD7iM-» -4 i . 

1' - k* 7 x ^ ;u 0.25g £ v ;< X ;u * * -> K 7.5ml Z (Dfemz 30% 

ii&ft:*^* 0.21ml fc.tO^&^'^AO.Olg fcfillx., 80t:T 2 B$|SJ«£M-* 0 
££■31 i: ^K^^iS^l-Sllx.. 2 NfiKt pHl.O i:f8!£ U 

- K H'-CIS*S,Fa1-*Uf , 4 - iJ * - 2 - ( 2 . 4 - >' 7 1\, * 

D7iMv) -4'-^f-^x^*^;u- l. l'-tf7 i-;uo.20g 
St*:233 - 234r 

NMR(d 6 -DMSO) 5 <I:3.27(3H,s).7.1-8.2(12H,m) 
HJfeflf 14 

H&ffil 13 tmm~LX, 5-*^/<^'f^-2- (2,4-y'7^ti7 i ^ 
v) -4"->f-^7.;u*-^- 1 . 1 
a*:232 - 233'C [T-fc h - h »j JU] 
NMR(d 6 -DMSO) <J H:3.28(3H.s).6.8-8.3( 1 2H,m) 
HJfcfll 15 

2- (2.4->'7**07i^-» - 4 '-^f-iUXiP*— ^- 4 -- h n- l , 
1 '- t'7x^;U0.5g, &&0.43g, i&itT>*-^l*0.04g*^9 S->\>5 ml& 
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1. l'-^7ix;K).33g £*#*o 
i»*:2I8-2!9r [x* J-)V-T-t Y- Y 'J 

NMRCdj-DMSO) S ffi:3 .20(3H,s),5.52(2H,s),6.05( 1 H.d,J=2.0Hz),6.44( 1 H.dd.J=9.8Hz. 

2.0Hz),7.0-8.0(8H.in) 

Hlfcfll 16 

n&M 15 tmWzlX, 5-TU-2- (2,4->'7)^n7xM-»-4' 

!fej£:131-132t: [x * y - T-t f* - Y 'J ^rl£-jg&] 
NMR(d 6 -DMSO) * ffi:3.22(3H,s).5. 1 8(2H,s),6.7-8.0( 1 0H.m) 

4-7^7-2 - (2.4-y'7^n7x/ + v) - 4 '- }\,*->i,- \ . 
1 --tT7xxjuo.2g £isft*f-U>4 ml *#T, MJif*7; 

> 0.09ml £ J: ^»*StK 0.06ml *«I*tlD;U Hfift-C 2 B#igfi|#-f JxJ£jJ|£- 
^SrzMclCflDx., 2 NiaKT* pHl.O UKfiEL, *T«SE £#JR1-*„ I#<b*lfc^tt 

TH?§^^S*i-^ 0 {S<b*ifc«9tt*7-t h- h •J*i5j:O f x5ry--^<J5S# 
?§flET-HI§ H B H i-*Uir. fcfe*Sifa0 4 -T-fc-T^TS ✓ -2- ( 2 . 4 - v*7 d 

Ht*:2I5-216t: [x^-Wth-F 

NMR(d 6 -DMSO) S 1i:2.02(3H.s).3.24(3H.s),7.1-8.2(10H.m),10.12(lH,s) 

nmw is 

Hj&fl! 17 tmmzlXs S-T-t + frTZ / -2-(2,4->'7)^D7x^ 
->) -4'->f-^^**-^- 1.1 '-£7xX*fc#-&. 
».£:I28-129r [x^y-^-T-t h- h 'ni/ift^-^] 
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NMR(dj-DMSO) S ffl:2.10(3H.s).3.30(3H,s).6.9-8.1(10H,m).10.10(lH,s) 

mmm 19 

2- (2,4-/7*tD7iMy) -4'->**'X**-*- 1. l'-l£7x 
-;l/-4-*^**>K^f-^0.30g«-v*+-9->6 mM;i§)S$^, *v*T\ IN 

&<> #f>*ifc«S*<rJ.5'>'-*-eW«[fti-«ttf, *fe*S B B B ?>2- (2.4 

^tD7x/ + '» - 4 A'**'* — *- 1 . 1 ' ~ tf "7 jl — /U - 4 
io >&0.22g 

U!*:209- 210 , C [i^y-IU] 

NMR(d 6 -DMSO) £ <i:3.30(3H,s),7.2-8.1(10H,m).13.0-13.5(lH,bs) 
Hflifll 20 

Uttffli 19 tl^illLT, 2- (2,4->'7i^n7xy + -» -4 , -^f«'X 
15 l, l --If 5 -#;U*'>&£f#£ 0 

St*:227-228t: [j^fS-to] 
NMRCdj-DMSO) S <I:3.28(3H,s),6.6-8.3( 1 1 H.m) 

nmw2\ 

2 - ^<> V 4 to - 4 ' - * + to X to* — - 4 - - h o - 1 . 1 • - kf 7 ji ^ ;u 
20 l.OOg J -to 5 mK?k5 ml is J: If-r h 7 t Kn 7 7 > 10ml <7>iE37g&i:?g 

fo&T. TK^ft-i-^^T- h »; o.iog «r lo^ra-ctrax., 

P«8«#i-*o RB&£to**tottm&*+to<r)fc£fem[zmz.. INiWe 
P H2.o t:P6L, WOT * ##1- -6 o !# h fi tz WAS! * *fc «t OWO 

25 ^S^«r*7A^n-7h^7 7-f- [jggft ; ^ *^ > * = 10: 1 ] ?« 
Sil-nif, i^mfe@^0.74g £$& e ff <->*LfcBHB»*7-te h- l> >J * TIMS A 
-fttlf, lSfe«&*>2- (a -t Ko^v^>->';u) -4*-^^-^^^*-;i'- 

4— — ho— l.l fc*7x- JK).65g £l#&o 
I*£:l6l-I63r [T-fc h- h l ) to] 
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NMR«VDMSO) $ m :3.30(3H.s),5.80(IH.<LJ=4.5H2).6.30(IH.d.J=4.5H2).6.9- 
8.5(1 2H,m) 

31*60922 

5-TtT)l-2- (2,4-/7itn7xM-» -4'->f^X^-)b- 
1 . 1 » - £ 7 * - * 0.40g, £K k K D * -> ;u T S > 0. 07g & X V fef > j > 0 . 08ml 
«ri^y-;p i0mi ufln*., 10 frfflJm&jfiig I tfffcK 

#<bftfc»«»** ? A * D7^^r 7 7Y- [ftftjft ; 's*^> : ft«xf-^=20: 
1] Mfel$ H ^<7)5- (B-fcKo^-fsyx'H) -2- (2. 

4-v7Jbt07i^-» -4'->f*X**i*- 1,1 • - tf 7 x - ;u 0.20g 

lfc*:223 - 224 , C [x^y-*] 

NMR^-DMSO) ^ ffi:2.20(3H.s).3.27(3H,s).6.8-8. 1 (10H,m).l 1.25(1 H,s) 
H^23 

2- (2,4-y'7**D7iy*y) - 4 > rt.^-^- 1 , 1 '- t*7 i 

-*-5-*JU**>» l.OOg £&it* TIs > 10ml cjgjgs-g-. t£it1-*-)l> 
0.54ml *S*tfN.N-->*;«?-***A7 5 K 0.lml fcJnx.. I.5 B#IBJS»3-ti\ «E 
Ti:«**S*1-*of»fc*tfc5*tffc*f-h7fc Ko7 7> 10ml Ci§8?Si*\25% 
7>*x7*l.7ml**flrFI=*TU 20-251CT* 24 B*im«#-f * 0 Rl&iR^» 
****J:tft«x*ji,*>8iafcu«Au *r$l£#IR*So »<b*L/j*r«* 

<D5-iJ)l/^^ )U-2- (2,4-y7JKD7i/ + -» - 4 -^/l/* 
-^-1.1 '-(f7x-il 0.50g 
»*:232 - 233t: 

NMR^-DMSO) 5 fI:3.28(3H.s).6.8-8.3(12H.m) 

II51^Ti:5'-rDt- 4*- (2,4->'7;^D7iy + -» -2'--h 
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'7A*}gf£3.4mli3J:tF7 L F> h 'j7xiW^7 Y >)'*7 V *7 A(0)O.I2g 

£ 26ml J: i * y - ;u 4 ml USD*, 2B#|Bjj!n]&JIi££-ti: 

5 ^^v7AfeH. SETCSIlSit-So SfciifcftSfc**?** n 

^ 7 - 2 - (2,4-/7;^D7i;*-» -4'->f I-d-i, 
l'-lf7x-^0.95g £*f* 0 
a*:138-140t: [x*y-*] 
10 NMRCdj-DMSO) S ffi:2.12(3H,s).2.53(3H.s).6.8-7.9(9H,m).10.30(IH,s) 
Htt99 2S 

5-7-tf)l/7?y-2- (2,4-->'7>^D7xy+-» -4'-y^il/f- + - 
4 — — Fo-1,1 '-fc* 7i-;U0.90g ££ffcy 20ml *#T\ 
m-* n o.99g £J}D A, WWC 1 B#W«#1-4 0 K£ft&tt*&?Q 

**S»*i*y-*-cl«Sfl-*-itU\ HfelSB H B<7>5-T-t^;u7 = y-2- (2. 

4- v7)^D7xy+-» - 4 f 4 -- h a - 1. 1 - - tf 
7i-;uo.60g 

20 iK.£:190-19l.5T: [J-?/-^] 

NMR(d 6 -DMSO) (J H:2.1 l(3H,s).3.30(3H,s).6.8-8.4(9H,m).I0.33(IH.s) 

mifli 26 

5- 7-tf-;U7^y-2- (2.4-'/7)^n7xy + -» -4'-yf*A'*^ + 

n- 1 . 1 0.55g 10ml £J:lK6Ni£& 

25 10ml <7)i&£?§&i:flD;i, 1 BfPflJni&SiSl J&CaiS* J: CT 

nan*. hv^A-c P H8.ouafiEL, umirWRt&o 

.-rlUOfi^»«-C»|SSi-iilf» HfelS H B H <7)5-7<y-2- (2,4-v'7;ut 
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D7l ^-» -4'-^M^-A-4--Fn-i, r - t / 7i - JM)2 3 g 
NMR(dj-DMSO) * ffi:3.27(3H,s),7.0-8.3(l 1 H,m) 

-~hD-l.l'-^7i^^0.20g«-N.N-v^^;UT-t K5 mlllfcfl? 

*#T\ if^*+t'J;u^D'J K 0.07ml £JD;U 1 B$|SI«#1-* 0 

tz * j: vmm m^mm-? r * •> ? a $ -t 

b b h0 2- (2,4->'7;^D7x;*y) - 5-X h+t ; ; -4 '-^f 

*X**i*-4 h d- i t 1 tf7x~;P0.I8g £$* 0 
»jft:IS8-159t: \s-9 J-*,} 

NMR(d 6 -DMSO) <* M :l-35(3H.l,J=7.0Hz),3.30(3H.s),4.40(2H,q.J=7.0Hz).7.0- 
8.4(9H.in).11.40(lH,bs) 

ISi&Sfll 28 

M^H^T, 60%*^ft^ h V 7 A 0.15g £j£*T h 7t Kn75>5mli:g 
?*5$-tf-,MST-vx^-^^X^yftK^^^0.82g ^ra-tfitTKf- h7t KD77/ 
5 mJ£&£?SiTU l^fiST-30 7>W«t^1-* o JEl5»^U2- (2.4-/7 

*'tD7iy#v) -5-*^* ;u-4'-^;u-*-*- 1 , r- £7 i.3o g 
££trx h7k Ko77> IQmlfcifcfcSS-CirFU |i)?£jgT- 1 BtW«#-f* 0 
Rl£«£'f&****:JlD;l, 1 Ni£&T-pH2.0 t:MI£U 6fc&i-7-;i'T'ffiiii1-* 0 

«ETi:i§&*S£1-*o fthtitzft'glfoZi] 7i ? 0-7 h ^7 7 -r - 
^**r>$m.3-T)\,=\o- 1 ] -cffiK1-fttf x jfcfefiMKfcw 3 - (4- 

(2,4->'7»l'tD7iM-» -3- (4-^f^f^7xX^) 7i-;u) 
7? ^Sxfjb i.50g £*#* 0 
DKncaDcm-': 1 7 10, 1 505. 1250 
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NMR(CDCI,) $ i& :1.30(3H,U=6.0Hz). 2.50(3H.s). 4.20(2H.q.J=6.0Hz). 
6.40(1 H,<U=16Hz), 6.6-7.9(1 IH.m) 

3- (4- (2,4-y7HD7a^-» -3- ( 4 - > y x ^;u) 

T^';;uKif L ^1.50g«rJHjb>^l^> 15mlUftJx. 15t:T-m-^D 

H3B»«rx^/-*-C»|SA1-*itf % $tfe*§ B B H <0 3- (4- (2,4->/7J^o 
f-* l.OOg 

St*:ll0-I12t: i*.?;-*] 

NMR(d 6 -DMSO) £ £ :l.27(3H.U=6.0Hz). 3.28(3H,s). 4.20(2H.q.J=6.0Hz), 
6.70(1 H,dJ=16Hz). 6.9-8.4(1 IH.m) 
HJS^J 30 

3- (4- (2.4-y7^tD7x;*-» -3- (4 -><f-;ux;u*-;i/7x 
7x^)H 7? 'J ^gxf ;U0.55g £x h7 t KD77> I0ml£«ttfi* 

; - ji/ 5 mi (D^mmii^m mst- i N*&ft^ h vv^&mfa i.3mi * 

in*., 50"C-c-30#M#i-*o Sit-zS^^7K7Ki5J:c^K^^^ozg^U]!jn 
x., *^£#JR1-*<> »fcftfc:MSUftflfc*?-*'*fln;l, 1 NJa&T- P H2.0 IZ3EI 

m9i:^yfo\£n,T^zt-iuvnmAirtHf, MfelS H B B 0 3- (4- (2,4- 

•>'7)l'tD7i/*-» -3- (4->f*^**-)l'7ii*) 7i-)l/) 7 
* 'J *K0.30g o 
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NMR(d s -DMSO) $ fit:3.29(3H,s).6.60< I H.dJ=l 6Hz).6.8-8.4( 1 2H.m) 

5 -T l y - 2 - (2,4->'7)^D7i;^-» - 4'-> 1 . 

1 '-fcf7i-;U0.58g &&it**VV 10ml tC^»$-^r, tK^T, kf'J v> 0.14ml 
5 ^iflxio ~X^X\ J-* frirv*) K 0.19ml £?SSTU l^iSST 1 B#ffl 

trx * y - ^oz&^^TRiss-rnjf.itfeisso 2-(2,4->*7^*D7x 

io - 5 -x Y *<-7 X J - 4 JU*—*- 1 . 1 '-Vf 7* — 
^0.52g 

1*^:111 — 112*0 [i*y-JU-7-fc h- h 'JA'ft^'**] 

NMR^-DMSO) £ H :1.33(3H.U=7.0Hz),3.26(3H,s).4.33(2H.q.J=7.0Hz).6.9- 
8.2(10Hjn),10.97(lH,s) 
IS 3£ifc0!l32 

£160131 fcHttULT, 2 - (2,4-/7WD7iMv) 
^7 5 /- 4'- 1 . 1 '- t*7i-;w«rf#* 0 

»*:159— 160*C [i^y-^-7th-F') 

NMRtdj-DMSO) £ H :1.30(3H,U=7.0Hz).3.27(3H.s).4.32(2H,qJ=7.0Hz).7.2- 
20 8.1(10H.m),10.97(lH.s) 
33 
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0i 8 oft^^arti* Jaru^-To 

N .33(1) 

IR(ncat)cm ':1505, 1345 

NMR(CDC1,) S fe:2.5 1 (3H.s).3.8 1 (3H.s),6.8-7.8(9H.m),7.9-8.4(2H.m) 
No.33(2) 

IR(KBr)cm 1 :222S. 1520, 1345 

NMR(CDQ 3 ) 8 1fi:2.50(3H,s), 6.9-7.9(9H,m). 8.2-8.5(2H,m) 
No.33(3) 

IR(KBr)cin- , :1525, 1350 

NMR(CDC1,) 8 ffi:2.46(3H.s), 6.7-8.5(1 lH,m) 

No.33(4) 
IR(KBr)cm ':2225 

NMR(CDCI,) 8 tt:2.46(3H,s), 6.7-7.9(1 0H,m), 8.0-8.3(1 H,m) 

No.33(5) 

IR(KBr)an ':2225 

NMR(CDCI,) 8 ffi:2.47(3H,s). 6.8-7.8(1 2H,m) 

No.33(6) 

IR(neat)cni ':2230 

NMR(CDCI,) 8 ffi:2.50(3H.s). 6.7-7.8(1 lH.m) 

No.33(7) 

IR(neat)cm ':2230 

NMR(CDC1,) 8 ffi:2.50(3H.s). 6.7-7.0(1 H.m), 7.0-7.8(1 0H,m) 

No.33(8) 
IR(neai)cm ':2225 

NMR(CDQ0 (5<g:1.0-2.3(10H.m). 2.55(3H.s). 4.2-4.7(1 H,m), 6.9-7.8(7H.m) 

No.33(9) 
IR(nat)cin' i :1335 

NMR(CDCU) 8 «|:2.47(3H.s), 6.8-7.8(1 2H.m) 
No.33(10) 



WO 96/26921 



69 



PCT/JP96/00499 



rR(neaDcnT':I370, 1150 

NMR(CDC1,) 8 H:2.45(3H.s), 3.12(3H,s). 6.5-7.8(1 0H.m) 
No.33(U) 

DKKBrJcm-'rnTO. 1180 
5 NMR(CDC1„) 8 it:2.52(3H,s), 2.58(3H.s). 3.86(3H,s). 6.8-7.8(7H.m) 
No.33(12) 

IR(KBr)cm ':1515, 1345 

NMR(CDG,) 8 fI:2.54(3H,s), 3.47(3H,s), 5.26(2H,s), 7.2-8.2(7H.m) 
No.33(13) 
1 0 IR(KBr)cin ': 1 7 1 0. 1 520. 1 350 

NMR(CDCI ? ) 8 te:l.l-2.6(8H.m), 2.53(3H.s). 4.2^.7(lH,m). 4.7-5.4(1 H.m). 7.0- 

8.3(1 2H.m) 

No.33(14) 

IRdCBrJcm'ilSIO, 1345 
15 NMR(CDCI,) 8 fl:2.54(3H,s), 6.65(2H,s), 6.9-7. 5(7H.m). 7.9-8.6(4H.m) 
HSfefll34 

^>-tf > o.l8g, 4-T z / x;u*-;i/7x-;p 1* 'J 7-f- n,-f- > o.22g X Vt- h 

V+X (h'j7x-U^7^) /n'vv^A (0) O.Olg U> 4 ml UjJOx., 

/:M^*7A?o7^77^- ;^*-*> :»f^=2 : 1] 

4'- 7 S /X;u^-;i/-2- (2,4->'7^tn7iM-» -5- - V 
n- l . l '-fc*7i-rt'0.14g 
25 IR(KBr)on ':3350. 3260. 1315, 1 165 

NMR(CDC1,) 8 <l:4.98(2H,bs). 6.6-7.6(4H.m). 7.6-8.4(6H.m) 

35 

Hifcfll 34 t mm: 9 ?>ft£1&£f#*o 



WO 9606921 



70 



PCT/JP96AKM99 



»9 




(O)n 





R 1 


n 


R 3 


R 4 


R* 


35(1) 


Nrfe 




N0 2 


LJ 

n 


\_ 


35(2) 




2 


H 


CF 3 


'v. 




HI 1 




u 
n 












u 
n 




o 




MLJ 


O 
& 


u 

n 






35{6) 




2 


H 




-°-u 


35(7) 




2 


H 


CN 


-°-0 


35(D) 








-CHrCOOEt 




35(9) 




2 


H 


-(CHj)2-COOEt 




35<10) 


Nhb 


2 


H 


-(CHj)3-COOEt 


— O-' 


35(11) 




z 


LI 

n 


> s ,CCXJff 

A 


-<^D-' 


35(12) 


Nhb 


2 


H 


O 




35(13) 




2 


-CH r COOEt 


H 




35(14) 


Nhfe 


2 


>s^COO£t 


H 




35(15) 


NHMe 


2 


NO, 


H 





WO 96/26921 



71 



PCT/JP96/00499 



No.35(l) 

IROCBr^'^O, 3275. 1510. 1345, 1 160 

NMR(CDCI,) 8 <I:5.08(2H,bs), 6.7-7.4(3H.m). 7.4-8.2(7H.m) 

No.35(2) 

5 IR(KBr)cm" l :3350, 3270. 1340. 1 170 

NMR(CDC1,) 8 <i:5.04(2H.bs), 6.6-7.3(4H,m), 7.4-8. 2(6H,m) 
NoJ5(3) 

IROCBr^'^SO. 3280, 2225. 1 345, 1 165 
NMR(CDd,) $1i:5.18(2H.bs), 6.6-7.4(4H.m), 7.4-8.4(6H,m) 
10 No.35(4) 

IR(KBr)an ':3345. 3265, 1335, 1170 
NMR(CDC1,) 8 H:5.02(2H,bs). 6.7-8.2(1 IH.m) 
No.35(5) 

IR(KBr)cin ':3325, 3250, 1330, 1 150, 
15 NMR(d 6 -DMSO) 8 <I:3.34(2H,s). 6.9-8.0(1 2H.m) 
No.35(6) 

IR(KBr)cm ':3370, 3255, 1335, 1160 

NMR(CDCI,) 8 {I:1.1-2.3(10H,m). 4.2-4.7(1 H.m). 5.02(2H.s). 6.9-8.2(7H.m) 
No.35(7) 

20 IR(KBr)cm ':3345. 3255. 2230, 1315. 1165 

NMR(CDC1,) 8 <i:4.83(2H,bs), 6.6-7.9(1 2H,m), 
No.35(8) 

IR(KBr)cni- , :3375. 3285, 1720. 1330, 1160 

NMR(CDC1,) o fil:1.27(3H.t.J=7.5Hz), 3.63(2H,s), 4. 1 7(2H,qJ=7.5Hz). 4.92(2H.bs), 
25 6.7-8.2(1 0H,m) 
No.35(9) 

IR(neat)cin ':3265. 1720, 1505. 1165 

NMR(CDCI,) 8 m :1.22(3H.uJ=7.5Hz). 2.4-3. l(4H.m). 4.13(2H,q.J=7.5Hz). 
5.01(2H.bs). 6.6-8.1 (lOH.m) 
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No.35(10) 

IR(neaflcm ':3265, 1720. 1505. 1165 

NMR(CDC1,) S 11 :1.27(3H.U=7.5Hz), 1.7-2.9(6H.m). 4.13(2H.q.J=7.5Hz). 

5.11(2H,bs), 6.6-8.1(1 0H,m) 

No.35(lI) 

m(ncat)an ':3380, 3255. 1700. 1 165 

NMR(CDCI,) S m :1.19(3H.U=7.5Hz), 1.0-1.8(4H.m). 4. 12(2H,q.J=7.5Hz). 

4.98(2H,bs). 6.6-8.1 (lOH.m) 

No.35(12) 

IR(neat)cin ':3350, 3265. 1720. 1340. 1165 

NMR(CDC1,) $ i& :l.l8(3H,uJ=7.5Hz), 1.6-2. l(6H.m). 2.4-2.9(2H.m). 

4.10(2H.qJ=7.5Hz). 5.15(2H.bs), 6.6-8.2(1 OH.m) 

No.35(13) 

IR(KBr)cm':3335, 3245. 1710. 1340. 1160 

NMR(CDCI,) 8 H:1.22(3H,t,J=7.5Hz). 3.57(2H.s). 4.l5(2H,q.J=7 r 5Hz). 4.60(2H,bs). 

6.6-8.2(1 OH.m) 

No.35(14) 

IRineaOcm ':3355, 3265. 1720. 1340. 1165 

NMR(CDCI,) S fit :!.15(3H.U=7.5Hz), 0.95-1.8(4H.m). 4.10(2H.qJ=7.5Hz). 

4.95(2H.bs). 6.7-8.2(IOH.m) 

No.35(15) 

IR(KBr)cin ':3300. 1510, 1345. 1165 

NMR^-DMSCMXO) 6 1i:2.48(3H.d,J=5.5Hz), 6.9-8.4(1 0H,m) 
3kMM36 - 

HJfeflO 7 t LT 5 -•/7y-4'-^f)^^7^^-2-7x;+->- 

IR(KBr)cin ':2225. 1050 

NMR(d 6 -DMSO) S M:2.79(3H.s). 6.8-8.1(1 2H.m) 

-Zmm 37 
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JI, COOH 




37(16) 


CHj 
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-CONH(CHi) ,CH 3 




37(17) 


CHj 


2 


h 


-(CH=CH)rCOOEt 




37(18) 


CHj 


2 


H 


-CH=CH-SOj Me 




37(19) 


CHj 


2 


H 


-OS0 2 Me 




37(20) 


CHj 


2 


OMe 


H 


-OS0 2 Me 


37(21) 


CH, 


2 


NO, 


H 




37(22) 


CHj 


2 


N0 2 


H 




37(23) 


CHj 


2 


N0 2 


H 




37(24) 


CHj 


2 


NO, 


H 


•OCH 2 OMe 



No.37(l) 

IROCBrJcin'rlSIS. 1345. 1310, 1155 
5 NMR(d 6 -DMSO) 8 fi|:3.28(3H.s), 3.79(3H.s). 6.8-7.3(5H,m), 7.9-8.4(6H.m) 

No.37(2) 

IR(KBDcm ':2220. 1520. 1350, 1315. 1155 

NMR(d 6 -DMSO) S ft:3.26(3H.s). 7.1-7.5(3H,m). 7.7-8.5(8H,m) 

No.37(3) 

10 IR(KBr)cin':1530. 1350. 1310. 1155 
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NMR(dg-DMSO) S ffi:3.24(3H,s), 7.0-8.5(11 H,m) 
No.37(4) 

IR(KBr)cni ':3465, 1520, 1345. 1315, 1150 
NMR^-DMSO+DjO) 8 ffi:3.33(3H.s), 6.8-7.6(9H.m) 
5 No.37(5) 

IR(KBr)cm l :1520, 1350, 1310. 1150 

NMR(CDG,) <5ft:3.13(3H.s). 6.66(2H.s). 6.9-8.6(1 lH,m) 

No.37(6) 

IR(KBr)cm ':2230, 1310. 1150 
10 NMR(d 6 -DMSO) 8 {£:3.23(3H,s). 6.9-7.5(3H,m), 7.6-8.3(8H.m) 
No.37(7) 

IR(KBr)an- , :2225. 1300, 1145 

NMR(d 6 -DMSO) <$ It: 1.0-2.3(1 OH.m), 3.33(3H,s). 4.4-4.9(1 H.m). 7.3-8.3(7H.m) 
No.37(8) 
15 IR(KBr)an ':2230. 1320, 1150 

NMR(d 6 -DMSO) 8 <i:3.26(3H,s), 6.9-7.7(6H,m). 7.7-8.2<6H,m) 
No.37(9) 

IR(KBr)cin ':2235. 1300. 1145 

NMR(d 6 -DMSO) 8 fiI:3.28(3H.s). 6.8-7.1(lH.fn)7.2-8.3(10H.m) 
20 No.37(10) 

IR(KBr)cm ':2230, 1315, 1155 

NMR(CDCI,) 8 iI:3.08(3H.s), 6.8-8.2(1 1 H.m) 

No.37(ll) 

IR(KBr)cin- J :131S, 1150 
25 NMR(d 6 -DMSO) 8 <t:3.27(3H.s), 6.9-8.1(1 2H.m) 
No.37(l2) 

IR(KBr)cm ':3245, 1630. 1310, 1150 

NMR(CDC1,) 8 H:0.7-2.0(5H,m), 3.1(3H.s). 3.0-3.8(2H.m), 6.2-8.6(1 1 H,m) 
No.37(13) 
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IRflCBrJcm-'^S. 1305. 1150 

NMR(CDC1,) 8 ft:0.7-2.3(7H.m), 2.7-3.7(2H,m), 3.08(3H,s), 6.7-8.2(1 IH.m) 
No.37(14) 

IR(KBr)cni- , :3290, 1640, 1300, 1145 

NMR(CDC],+D 2 0) £ft:1.5-2.3(8H.m), 2.5-3.0(1 H.m). 3.07(3H,s). 6.6-8.2(I0H.m) 
No.37(15) 

IR(KBr)cin ':1735, 1655, 1315, 1150 

NMR(CDC1,+D 3 0) <JiI:1.5-2.7(4H,m). 3.07(3H,s). 3.3-4.0(2H,m), 4.4-4.8(1 H.m) 

,6.6-8.3(10H,m) 

No.37(16) 

IRflCBiOcm'^S. 1690, 1310. 1150 

NMR(CDCI,+D 2 0) 8 1i K).8-l.5(5H,m), 1.5-2.7(2H.m). 2.37(2H,U=7.5Hz). 

3.07(3H.s). 6.6-8.7(10H,m) 

No.37(17) 

IR(KBr)cm':1705. 1310, 1155, 

NMR(CDCJ,) 8 m. :1.30(3H,U=7.5Hz). 3.10(3H,s). 4.23(2H.q,J=7.5Hz). 

5.97(1 H,<U=15Hz), 6.6-8.2(1 3H.m) 

No.37(18) 

IRCKBr^-'Mm 1150 

NMR(CDC1,) 8 <i:3.04(3H.s), 3.09(3H.s), 6.6-8.2(1 2H.m) 
No.37(19) 

IR(KBr)cin ':1360. 1155 

NMR(CDa^) 8 fI:3.08(3H,s), 3.20(3H,s). 6.6-7.5(6H.m). 7.7-8.2(4H.m) 
No.37(20) 

IR(KBr)cin':1355. 1305. 1180. 1150 

NMR(d 6 -DMSO) 8 M. :3.15(3H.s), 3.26(3H,s). 3.88(3H,s). 6.9-7.3(2H,m), 7.4- 

8.2(5H.m) 

No.37(21) 

IR(KBr)cm-':1510. 1350. 1145 
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NMR(CDG,) <5ii:3.I4(3H,s). 6.7-9.0(1 IH.m) 
No.37(22) 

nKKBrJcm-'rlSlS, 1350. 1300. 1150 
NMR(CDCI,) $ffi:3.16(3H.s), 6.9-8.6(1 3H.m) 
No.37(23) 

IR(KBr)cm ':I7I0. 1520. 1350. 1315. 1150 

NMR(d 6 -DMSO) S ffi:i.2-2.3(8H,m). 3.30(3H,s), 4.5-5.5(2H.m). 7.4-8.2(1 2H.m) 
No.37(24) 

IR(KBr)cin- , :1525, 1345. 1305, 1145 

NMR(d 6 -DMSO) $ fI:3.29(3H,s). 3.39(3H.s), 5.37(2H.s). 7.6-8.3(7H.m) 

mmw 38 

-;u-5-*^**>K3.20g^J:^ftli^fiON.N-v^^^*^AT<K«riiaft 
> f - V > 30ml izmm fiffcf-*-^ 0.86ml £?8T U 1 f$P3flD&£i£ 

fc*lfc*fe«MK»*ttfl:;**'l'> 30ml *#T\ *JTV*9> 3.32g 

Wi--rJU»«i:tDi4o RIo**7&, ftKt'Ullx., h 'J -7 A* 

WiR^*«IEU»l»$Hi-»Sa-C*AM«0.9lgOh '/Xf^T; >9.lml »ifti: 
NE8re P H2.0 KMU £&l£?>I&1-&o » ^iifc J: Iflfia* 

3 : l] T*ffi3KU 4 v7n/<y-*-CH**fi1-ftl*. jft&MO 2 - (4- (2, 

4->'7)i't07xM-» -3- (4 ->f-;wx;i/*-;i/7x-;u) 7x-^) 

ftttif* l.50g £f#*o 
IR(KBr)cm , :l720. 13I5. H50 

NMR(CDCI,)5H:l.27(3H.uJ=7.5Hz). 3.08(3H.s). 3.64(2H.s). 4.18(2H.q,J=7.5Hz), 
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6.6- 7.4(6H,m), 7.6-8. l(4H,m) 
H*fcfl!39 

Hifcfll 38 t ra«t:LT&TOtt£^£f#* 0 

No.39(1) 

5 • 2 - (3 - (2,4-v7;i/*07iy+-» - 4- (4 f-;U^^.+ — ;U7x 
:=.*) 7x^)H ftgif ^ 
IR(KBr)cm ':1735, 1300. 1150 

NMR(CDCI,) Sli:1.23(3H.U=7.5Hz), 3.07(3H.s), 3.57(2H,s), 4. 15(2H.q.J=7.5Hz). 

6.7- 8.1 (10H,m) 
10 No.39(2) 

• 4 - (4 - (2.4 ->'7)^a7xM-» - 3 - (4 ^X)l,*z;i/7x 
IROieaOcm-'imO, 1315. 1150 

NMR(CDCI,) S It :1.22(3H,U=7.5Hz), 1.8-2.9(6H.m), 3.04(3H.s). 
15 4.12(2H,q,J=7.5Hz), 6.6-7.3(6H.m), 7.5-8.2(4H,m) 
No.39(3) 

. 2- (3- (4-^f)l'XJH-.-Jl'7i-il') -4- (2 -tf'J 

IR(KBr)cm , :I725. 1300. 1155 
20 NMR(d 6 -DMSO) S H :1.21(3H,t,J=7.5Hz). 3.18(3H,s), 3.77(2H.s). 
4.13(2H,q,J=7.5Hz). 6.8-8.3(1 lH,m) 

Hi&fluo 

2 _ (4- (2.4-->'7J^D7x/ + y) -3- (4-^«'X)l'*-H'7x 

-iu) 7x-M gf:g$if->u i.80g tN,N-->'^f^*^7; KCiSBH, 
25 0 - 5T:-CvN- ; 7*;i'A7*f H K0.14gJ3.ttf:J- h V K 0.05g £ flD x. , 
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m&%l<D2- (4- (2,4-/7J^D7iMv) -3- (4 
-^7x-jH -3-fc Kn*->7afc**>&i^o.9lg 

IR(neat)cm ':3520, 1730, 1315. 1155 

NMR(CDCI,) $<i:1.26(3H.U=7.5Hz), 3.09(3H.s). 3.7-4.5(5H.m). 6.6-7.4(6H.m). 

7.6-8.2(4H,m) 

11^41 

2- (4- (2,4-> , 7A'tD7x;*v) -3- (4->HX**i*7i 
7x;*) - 3 - 1 KD + ->ynk*t>Kxf-;i,o.90g fcilffc* P 
0- 5VX'* 9 >*)V*-)\,>ru*) K 0.18ml iJjTCf F >J x*-*t $ > 
0.63ml fcflltf., M"C 30 *„ RCfi^ft <r**i5 J: Ifftttxf-juoil 
^KiD** 2N^KT'pH1.0 CpJ&U #OT £ #JR-f * „ &<b*i7L-*r«H£ 

?§SE«:Sii-^o mbtitzfttatoizj J ^Dlf^i— f^fcjDx., «JR-*-*i(i\ 
2- (4- (2,4-> # 7*tD7i/*«» -3- (4-**-JUX* 
*-;W7x-;u) 7x-iH »J JU&x-f >K).74g 
IR(KBr)cm ':1710. 1300, 1150 

NMR(CDCI,) 5ffi:1.33(3H.t.J=7.5Hz), 3.08(3H,s). 4.30(2H,q,J=7.5Hz). 5.93(IH.s). 

6.38(1 H.s). 6.6-8.2(1 OH.m) 

HifcW42 

3 7 ft Y ') **-A'XJl'***yx*A 0.50g K3 ml (Zjgft 

* 'J •> Aiert-"/ h**> K0.25g SrflDx., SS"T?ll#Bm#i-4o *v»-C*>* 
K5 ml 2 - (4- (2,4->'7**D7*; + 

*>) -3- (4 -^f^XJ^t-^7x-W 7x1*/) 7 ? 'J Jl/gif ^ 0.86g 

Srtra*.. 2 *«, RlE«^1fct**lJJ:0 f »»if-^O«^1ijl-tiDx, 

2NttK-CpHI.o'li»»L, tSiSr^HtSo »fe*i/:*«#«r*ii J: O'ttft 

*=50: 1] "C-fflK-mtf, jtefelSS^l- (4- (2,4->'7)^D7xM 
->) -3- (4->f*X**i*7xi*) 7* — *) v ? D7"a/0* 
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>Kjif-;K>.57g £f#* 0 
IRCKBrXatT'rniO. 1310. 1145 

NMR(CDC1,) $ ffi:1.0-1.4(5H.m), 1.4-1.8(2H,m). 3.08(3H.s). 4.13(2H.q.J=7.5Hz). 
6.6-7.5(6H.m). 7.6-8.2(4H.m) 
5 HJfcfll 43 

2- (4- (2,4-/?1'* D 7xy+-» -3- (4-^^X^*-^7x 
7i^M ft&xfJW l.OOg JSJitf 1,4 ->7ntr?> 0.27ml £N.N- 
■^f)P*U7< K 10ml i:i£«?£-t*\ fo#Tl-fr%iti- h V7A0.09g $rSPx., 
MiS-C 1 ^Pfl«r^-T^o HJtTK^TUTK^lE-f h 'J 7 A 0.09g fctOx., SST- 1 B# 

titfrtk. **Qm-? ^*v7 a -cim ftETuj§&£S£i-* 0 t#£btL^ 

«Slj^*7i?n7F/77^- [i§8tfc; h^i> :ft»if^=9 : l ] 

T-ffl|!i-r*Uf, Mfe£ B B B tf>l - (4- (2.4-v7)l't07i/^-» - 3- (4 
15 ->f;^)^r^7i-)i') 7x-;p) n^>* >rt ;u+*>g£if->uo.54g 

IR(KBr)cm ':1720, 1315. 1155 

NMRfCDO,) $ fi£ :1.18(3H.U=7.5Hz). 1.5-2.9(8H.m). 3.09(3H,s). 
4.12(2H,q.J=7.5Hz). 6.6-7.5(6H.m). 7.6-8.2(4H.m) 
20 %W\ 44 

%M.mto tFim-LX^ 1 - (4- (2.4->'7HD7xM-» -3- (4 

IR(KBr)cm 'rl 720.1315,1 155 
25 NMR(d 4 -DMSO) S 11:1. 14(3H,U=7.5Hz). 0.9-2. 2(8H.m). 2.2-2. 7(2H.m). 3.26(3H,s). 
4.10(2H,q.J=7.5Hz), 6.7-7 .6<6H.m), 7.7-8.2(4H.m) 

nmm 45 

2 _ (4- (2.4-->*7^*n7x/**>) -3- (4->f ^^H-^7x 
.^n>) 7x-JU) &&x^2.90g fcxjy-* iSml 1 NTKSHtt 
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fe*§&£>2- (4- (2,4->'7)^D7xM-» -3- (4->»f-;U^;U* 
-^7x^Jl) 7x^JH gfcg 1.60g £*#*o 
mOCBrJcm-'inOS, 1310, 1145 

NMRCdj-DMSCM-DjO) 8 fil:3.26(3H,s), 3.68(2H,s), 6.6-7.6(6H,m), 7.6-8.3(4H.m) 
HM0S46 



WO 96/26921 



83 



PCTVJP9640O499 



ill 



S 
(6)n 




R3 

R* 



XJSMNo. R' n 
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46(16) CHi 2 



46<18) CH» 2 



46(19) CH, 2 



46(20) Nhfe 2 



46(21) NH, 2 



46(22) Nl-fe 2 



46(25) NH, 2 



46(26) NH, 2 



R 3 



H 



46(17) CH, 2 -ChfcCOOH 



H 



H 



H 



H 



H 



46(23) NHi 2 -CHjCOOH 



46(24) Nl-fe 2 ^ 



COOH 



H 



H 



N0 2 
H 

-CHtCOOH 

-CONHCHjCOOH 

-Ct-bCOOH 
•COOH 
,COOH 



8 



H 



H 



-ChfeCH£OOH 



-(CH^COOH 




-CH=CH-COOH 
F, 

-o 

R. 

-o 



-O 





-O 



-O 



-o 



-o 



-o 



-o 









46(1) 

IR(KBr)cm ':I710, 1300, 1150 

NMR(CDC1,+D 2 0) * li:2.6-3.2(4H.m), 3.09(3H.s). 6.7-7.4(6H.m). 7.6-8. 1 (4H,m) 
46(2) 

IR(KBr)cn) ':1700. 1315. 1150 

NMR(d»-DMSO) S fit:1.7-2.9(6H.m). 3.28(3H.s). 6.7-8.3(1 0H.m). I2.I2(lH.bs) 
46(3) 

IR(KBr)cin ':1685, 1310. 1150 
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NMR(CDCI,+D 2 0) 8 ffi:3.09(3H.s), 5.98(1 H.dJ=15Hz). 6.6-8.2(l3H.m) 
46(4) 

motBTycm^ms, 1150, 1295 

NMR(CDCI,+D,0) £li:1.5-2.0(4H.m), 2.2-2.8(4H,m), 3.08(3H.s), 6.6-7.3(6H.m). 
5 7.6-8. l(4H,m) 
46(5) 

IR(KBr)cm ':3445, 1735. 1300. 1150 

NMR(CDa,+D,0) 8 |t:3.09(3H,s), 3.7-4.4(3H,m), 6.6-7.5(6H.m), 7.6-8.2(4H,m) 
46(6) 

10 IR(KBr)cm ':1715, 1305. 1150 

NMR(d»-DMSOfp,0) 8 <i:3.23(3H.s). 6.08(IH.s), 6.32(lH.s). 6.7-7.7(6H.m). 7.7- 

8.2(4H.m) 

46(7) 

IROCBiOcm'rieSS. 1315. 1155 
15 NMR(CDCI,+D 2 0) 8 1I:l.I-l.5(2H.m), 1.5-1.9(2H,m), 3.08(3H.s). 6.6-7.5(6H.m). 
7.6-8.2(4H.m) 
46(8) 

IR(KBr)cm':1735. 1685. 1310. 1150 

NMR(CDCI-,) 8 M:3.10(3H.s). 6.6-7.4(5H,m). 7.6-8.5(5H,m) 
20 46(9) 

IR(KBr)cn» ':3450. 1720, 1300. 1150 

NMR(d 6 -DMSO+D 2 0) 8 <i:3.26(3H.s), 5.10(lH.s). 6.7-8.2(1 OH.m) 
46(10) 

IR(KBr)cni!:1730. 1315. 1155 
25 NMR(d 6 -DMSO<-DjO) 8 ffi:3.23(3H,s). 6.08(1 H.dJ=48Hz), 6.7-8.3(1 OH.m) 

46(11) 

IR(KBr)cm ':3450. 1315, 1150 

NMR(d-TFA) 8 H:3.30(3H.s), 5.57(lH,s), 6.7-8.3(10H.m) 
46(12) 



IR(KBr)CTii ':1690. 1325, 1155, 

NMR^-DMSO) <Jffi:I.4-2.8(8H.m). 3.28(3H.s). 6.7-8.3(IOH.m). 12.33(lH.bs) 
46(13) 

l!l(KBr)cm' i :16flS, 1310. 1150 

5 NMR(d t -DMSO) 8 ffi:1.0-2.1(8H.m), 2. l-2.7(2H.m). 3.27(3H.s). 6.7-8.2<10H.m). 
12.40(lH,bs) 
46(14) 

IR(KBr)cm ':1725, 1305, 1150 

NN^CDCVDjO) 8 ffi:3.08(3H.s), 4.70(2H.s), 6.7-7.4(6H.m), 7.6-8.2(4H.m) 
10 46(15) 

IR(KBr)cin ':3390. 1310, 1150 

NMR(d 6 -DMSO) S ii: 1 .4-2.2(6H.ra). 3.22(3H.s). 3.8-4.2(2H.m). 6.7-8.2(1 OH.m) 
46(16) 

IR(KBr)ciii- , :1720. 1300. 1150 
15 NMR(CDa,+D 2 0) £ ffi:3.08(3H,s). 3.62(2H.s). 6.7-8.2(1 0H.m) 
46(17) 

IR(KBr)cm':I715. 1310. 1145 

NMR(d 6 -DMSO) $ 1i:3.18(3H.s). 3.69(2H.s). 6.6-8.2(1 IH.m) 
46(18) 

20 IR(KBr)cm ':3390, 1720. 1655. 1300, 1150 

NMR(d 6 -DMSO+D 2 0) 8 <i:3.28(3H,s). 3.8-4.2(2H.m). 6.7-8.6(1 0H,m) 
46(19) 

IROCBrJcm-'^O, 1715. 1310. 1170 
NMR(CDC1,+D,0) 8 fI:3.62(2H.s), 6.6-8. 1 ( 1 OH.m) 
25 46(20) 

IR(KBr)cin ':3375. 3285, 1690. 1315. 1170 
NMR(d 6 -DMSO+D : 0) 8 11:1 .0-l.7(4H.m). 6.6-8. l(10H,m) 
46(21) 

IR(KBr)cm" , :3330. 3240. 1710. 1325. 1160. 
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NMRCdj-DMSO+DjO) $ ft: 1 .4-2.8(8H.m), 6.7-8.2( 1 OH.m) 
46(22) 

m(KBr)cm ':33yO. 3210, 1720. 1320, 1160 
NMR^-DMSOkDjO) 8 fI:3.58(2H,s), 6.7-8. l(lOH.m) 

5 46(23) 

IR(KBr)cm ':3335. 1685. 1330. 1165 

NMRC^-DMSO+DjO) S ffi: 1 .0- 1 .6(4Hjn). 6.7-7.9( 1 OH.m) 
46(24) 

IR(KBr)cin ':3365, 3265. 1715. 1335. 1160 
10 NMR(d 6 -DMSO) $ ft:2.3-2.9(4H.m), 6.6-8. l(10H.m) 
46(25) 

IR(KBr)cin ':3360. 3280, 1735. 1165 
NMR^-DMSO+D^O) S 1 .6-2.9(6H,m), 6.7-8.2( I OH.m) 

mmm 47 

15 3- (4- (2.4->'7**n7x;+-» -3- *x**i*7x 
— ;U) 7x — ^) 7* 'J JUfcxf-Jl'0.75gi$J:tf 5%'<9v'>.k-fll3f0.25g £N. 
N-y^fil'*)^?; K 7.5ml t-j&Dx.* fET, **IU£T» 30 frRiJjg 

(2,4--/7J^n7iM-» -3- (4->f*X**i*7xi*) 7x 
ti^>K^^-^0.56g $r{#^o 
HKKBOcm': 1720. 1315. 1150 

NMR(CDCU<S fi£:h23(3H.U=7.5Hz)2.4-3.1(4H,m). 3.08(3H.s). 4. 12(2H,q,J=7.5Hz). 
25 6.6-7 .4<6H.m), 7.6-8. l(4H.m) 
$|}fefl|48 

2- (2.4 -v7**D7xM'» - 5 -fril'SJl'^ 1,1' 
-e7xiJH.00gJ3J:O f ((1.3-->'**V9>-2-'f*) Ml7x 
^*X*i7A7-D- K 1.57g ZtiLit*"?' Is > 10ml *#T, *'J7A 
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K 0.41g *£iDl-*. POiSST* 2 mflMtW Lfcft, £*>IIgia-C2 

T- P H5.o uwsu GQtmtfrw-rzo '&htifzGm&z*3s£v&ft&j*fcx- 

6 lOml H X tT 1 . 4 - ->** *^ > 10ml *tOx.,SS-e 24 B#ffi 

7Y- [i£»tifc; : ftSifA'=4 : l] -cffiKi-nif, *feriM*%<7> 

2- (2,4-/7itD7iy+-» -5- (2 < )UL7--)l>) - 4 •- > 

1. l'-kfTx-^O^Og £|#* 0 
IR(ncal)cni ':1670 

NMR(CDCI,) 5 it:2.53(3H,s). 6.4-7.8( 1 2H,m). 9.75( I H,d,J=8.0Hz) 
•>'xf;^x-t/ftgjxfjl/ o.51ml ££tr-r h7C KD77>5 ml DjgjftC* 

#T\ 60%*£fl:^ h 'j »7 ^ o.iog £#iiJi£Jjnl-*o *t>T-, 2- (2,4-/7 

^tD7z/*-» -5- (2-*JI/i^xf-Jl/) - 4 * f-Jb-T-*- l . l • 
- t*7i^;uo.90g<7)-r h7t Kn-77>ig}&5 ml ?riTL, MiST* 1 K*F«fl}g# 
-t*o SlDig^«:*.7Ki5ia f ftK^f-Jl'^S^{:»nx.. 2 NJ&Ktr pHl.O IZ 

4 vfxi e;UJL-x>u£Jra;i» ifi^nif, $tfe£J!itf>5- (4- (2,4 -if -7 
^D7xM-» -3- (4-^fift7x-;i^) -2,4 v'J^K 
if-* 0.52g 
IR(KBr)cm ':!7l0. 1625 

NMR(d 6 -DMSO) 5 ft :l.25(3H,U=7.5Hz). 2.50(3H,s), 4.l8(2H,q.J=7.5Hz). 

6.1CK1 H.d.J= 1 5Hz). 6.7-7.8( 1 3H.m) 

HSfefll50 

nmrnw tm&uziXs 5- (4- (2.4 -y7^D7i/4v) -3- (4 
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nKneaQcnr'-.ITOS. 1315. 1155 

NMR(CDC1,) *fe:1.24(3H.U=7.5Hz). 1.5-1.9(4H.m). 2.2-2.9(4H.m). 3.07(3H,s). 
4.14(2H,q,J=7.5Hz), 6.6-7.4(6H.m). 7.6-8.2(4H.m) 
5 $Ufc0l51 

SSI^H^CTs ^ f ^ ^ - 'i' ^ f * X * ^K'/^^ ^ 0.65g *x h?t Kn 

77> lomiicisis*-*, -7gru^iP^ tit&LW>. „-rfiM)fnwA 

*-f->&tfc (1.68 N) 1.68ml SrffiTU Hfi*-C 1 B$!3J#*M-*o SfciS^U 
2- (2,4->'7^D7xMv) -5 4'- 1. 1' 
io -^71-* l.Mg h 7 I: Kn 7 5 Iftnl WTL, l^i&KT- 1 B# 

is *=3 : 1] T-fSSg-T^ *fe?lM«&*>2- (2.4 - y'7**n7x 

_ 5 _ (2-**-*x**-*i-r-A') -4'-^f«'f*- 1. l'-^ 7i - 

;U 1.30g £*#&o 
IR(KBr)cro':1295, 1125 

NMR(CDC1,) 8 H:2.51(3H,s). 3.01(3H,s), 6.6-7.8(1 2H.m) 
20 Hi&fll 52 

- 2- (2;4-/7*tD7i/t-» - l.l'-t*7x-;u«r?#^o 
IR(KBr)cin':l305, 1150 

NMR(CDC1,) S « :2.89(3H.s). 3.07(3H.s), 2.8-3.4(4H,m), 6.6-7.4<6H.m>, 7.6- 

25 8.2(4H,m) 

m^0r|j 53 

l.l'-t'7x-;H.35g. 3^fth'J^;UX;^-^A1.03g, 
■ *->K7ml*<t:U^b7fc K077>7 ml «>ft**U*frT, * 'J 
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^^TK^ciJit^Kif-^OS^icjDx., 2 NisKT- P H5.0 UISJI U *r« 
l'-tf7i-;K).80g 

NMR(CDC1,) * It :1.50(3H.d,J=7.5Hz), 3.09(3H,s), 3.75(lH.q.J=7.5Hz). 6.6- 
7.6(6Hjn), 7.0-8.2(4H.m), 9.75(1 H,s) 

2- (2,4-/7HD7xM-» -5- (1 -**$*x*n,) _ 4 '_y^ 

A'^^*-*-l.l'-lf7ii*o.8QgiiJ:OTliM«o.98g £x*y-,i, 80 ml 
J3j:tf*24mlO&£ifcUjjO;i, MiST* 1 N*&ffc-*- h ^A*M9.6ml £iTF 

ftfltxf-ju] -CflHii-titf, M&ltA2- U-(2.4->'7)ltD7x^-» 

-3- (4->H^)l'*i*7xii) 7x^Jl) fc**>&0.02g £|#* 0 
IRdCBrXan-'inOO. 1315. 1155 

NMR(CDCI,+D 2 0) 5 fe:l.55(3H,d,J=7.5Hz). 3.08(3H,s), 3.80(lH.q.J=7.5Hz). 6.5- 
8.2(1 0H,m) 

%mw 55 

a*»HftT, f h 7 t KD77> 5 ml lly-f VT'OH'^T ; / 0.31ml fcj&Dx., 
-78t-r\ n-r*-*»J f- -7 A (1.68 N) 1.33ml fc»jTU feJfiJt 
lB#H«#-*-4. 2- (4- (2,4-/7**n7xy + -» -3 

- (4 ->fiPX;Pt>-«'7xX^) 7x-)b) BtflftX?-* l.OOg «f h ? K Kd 
7?>»«5 ml*»TU mBSft'ti, J»6ift£ttUiaj|fl:&* 0.74g Of 
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*#-f&o RlBiS^trTK^iy^Kif-^^Sa^f-lnix., 2 Nil&T-pHl.O 

%t*9A?D7h^77^- [?£Stifc ; : fttt * *■ * «= 3 : l] t-« 

SSI-tLlf, &fe?ftl#8&£*#*o 50%T«t h >*20ml UtJD*., M 

iET-{g&S0.42g£AD;L, 4 B$R8##1-*o *i§&£«£ft, ittfc£*J3 i 

20: 1] T-f«ISi-tLJf, Mfeil&ttl&O 2 - (4- (2.4->'7^ + 07 i y^-» 
_ 3 _ (4 _>f-iu^jp*i>U7x — 7x-)H $ r A'**v O.I9g 

IROieaOcm': 1735. 1685. 1320. 1150 

NMR(CDC1,) 5 fit :1.42,(3H,U=6.5Hz). 3.10(3H.s), 4.45(2H.q.J=6.5Hz), 6.7- 
7.5(4H,m), 7.7-8.3(6H,m) 

2- (4- (2.4->'7UD7xy+y) -3- (4-^f«'X**i*7i 
-jw) 7i-^) ttfti-f JK>.20g, N-7'at3;N^K0.08g, 2.2 , -7/lfX 
(,f77fn; h 'J fl.) O.Olg *03ttfl:**4 ml UtJDx., 1 MtinttSiK5-*4o 

WWf J: trfitt*tt*?***»ft* fc*5£&v 

:*Kx^ ju=3 : l] -effi$*-f*uf, MfeiiMK»«>2 -7ot- 2 - 

(4- (2,4->'7HD7xM-» -3- (4-^m«'*-*7xi*) 
7i;jH ft»xf-^0.22g <:»4o 
IR(ncai)cm , :1740. 1315. 1155 

NMR(CDC1,> *tt:1.3<X3H.U=7.5Hz). 3.08(3H.s). 4.26<2H,q.J=7.5Hz), 5.35<IH.s), 
6.6-8.2(1 0H.m) 
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2 --ru*-2- (4- (2,4->'7)^07xMv) - 3 - 
**i*7xi*) 7x-^) KK^f-^0.60g, 7-fc h> 12ml .t tf* 3 ml 

0.58g SrtJDx.. Sa-P5^W*»i-*. W^«iL/:^ igft 

KS^^=2 : l] -eas-rittf. ii?Mo2- (4- (2,4->*7* + 

D 7i/*-» -3- (4 -^fAXA'.t-Jl'7x-*) 7x-)H -2-tK 
o**>IB»x?-;K).23g £f£* 0 
IR(KBr)cm ':3480, 1735. 1305. 1150 

NMRtCDCVDjO) $ m :1.27(3H.U=7.5Hz), 3.08<3H.s), 4.28(2H.q,J=7.5Hz). 
5.20(1 H.s), 6.6-8.2(I0H,m) 

nmm 58 

2-7*d^-2 - (4- (2,4-/7HD7xM-/) -3- (4 

/I,*- ;i/7x-;u) 7x-;u) ftSif'l' 0.59g £7*-b h 'J ;u 5 ml CM? 

i*\ MiST- 7 y ft^ 0.29g «r^tfT-t h- h 'J /U 5 ml £?8TL, 12 «FW«fl5-r* 0 

77-f- ^*-*> :ftKxf ji,= 3 : 1] -cnm-ttus. m.&iMKVi 

C02-7^*n-2- (4- (2,4-y7^tn7xM-» -3- (4-*^- 

*x**ijP7x-*) 7i-;u) * OASg 

IRdrnDan-'MTSS. 1315, H50 

NMR(CDCI,) £ ffi :l.28(3H,U=7.5Hz). 3.09(3H.s), 4.28(2H.q.J=7.5Hz). 
5.80(lH.dJ=48Hz). 6.6-8.2(1 OH.m) 

nmm 59 

2-7*0^-2- (4- (2.4-y'7«'tD7x; + v) -3- (4-MT>l>* 
;u*-;U7x-;u) 7x-;i/) KKxf ^ o.60g £N.N-->'y f^*W7 < K 
10ml CM ISt7 vftT" h »J 7 A 0.08g *»D;t, 1 B*IHH«rr*o 

iS^^TK^iy^Ki^^^rl^cftnx., 2 Nil&T- p hi.o cfBSU W 
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•7^^->^A"C^«$*, W±TiZ®m*'ig£-tZ>o ®htlf2ftjg!foZiJ7 2*? 

iW2-7v'K-2- (4- (2.4 ->'7^tn7x; -3- (4- 
5 ^ffl/X^t-^7i-A/) — ;W) ftK^f * 0.63g £f$-2» 0 
IRdicaDcm'^llO, 1735, 1315, 1150 

NMR(CDC1,) 8 :1.42(3H,U=6.5Hz), 3.10(3H.s), 4.44<2H.q,J=6.5Hz). 6.7- 
7.3(4H,m), 7.6-8.3(6H,m) 

10 2-7vK-2- (4- (2.4-v'7JI/tD7z/ + v) -3- 

- )V 7 i ^ 7U) 7 i - ;l/)^Sxf ji, o.63g & X V 5 v A -j£^0.20g 

*Lfc^ #ETC£&£@*-r*Uf. 3lfe?iM*i%<7> 2 - T 5 / - 2 - (4- (2. 

4->'7)l'tD7xy+v) -3 - (4-^fJl'X*-t.-fl'7x-iH 7x^)1) 
15 gfc&i-?-A'0.12g £f#* c 

IR(neal)cm ':3380, 1735, 1315, 1150 

NMR(CDCI,) <5li:1.23(3H.U=7.5Hz). 3.08(3H.s). 4.20(2H,q.J=7.5Hz). 4.62(lH.s). 
6.7-8.2(1 2H,m) 

20 2 - (2,4 ->'7«'tD7xy+-» -4'-**-*'*** — *'- 5 

*-^**'>«l,l'-kT7i-*4.00g, 1.4-v**-»f> 30ml fcitf 1 N* 
Kft^" h } ) 7 aiffi 30ml 50r T*4 B#ffl## L/^.70 < CT 2 

#-f*o SlDi&^«r7K7KiJ«tD f KKi^^^^(:trax.. 2N^K"C pHl.O 

h;ux>T-f?*£JI,-*-iitf. *fe&&<7>2- (2.4->'7)ttD7xy + v) 
- 5 - KD*-/-4'->f«'XiPt.i*- 1.1 '-fc*7i-rt'3.40g 
IR(KBr)cm ':3460. 1300. 1150 
NMR(CDC1,+D,0) S iI:3.08(3H.s). 6.5-8.2(1 OH.m) 
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2- (2,4->Wn7x^v) -5-fc Kn#->- 4 * - a, 

- l,l'-tf-7x-* I.OOgiJ J:CfN,N-vV^^*;UAT = K 10ml Olg^ (I 

*#t. ten-rh+v Ko.33 g ^^iy^irai-^o sifrn^uro^gt: 

**>«£1&KilD*., 2N£KT P m.o i:lS6U *T«lg*#JR1-* 0 
«W«r*i» J: Visa **M-7y*->->A-ete*s^ % ft 

Mi/i> : ft&i^;u=io: 1] -cfl|f&-f*uf, iMSo2- (4- (2. 

10 4-y7^tD7i;*-» -3- (4-^fi^)W^)l,7x-)l.) *7iy* 
v) ftK^f 1 ^ l.OOg 
IR(KBr)cin , :1745, 1315, 1150 

NMR(d 6 -DMSO) * ii :1.22(3H.U=7.5Hz), 3.25(3H,s), 4.20(2H.q.J=7.5Hz). 
4.85(2H,s), 6.7-7.5(6H.m), 7.7-8.2(4H,m) 
15 HJfefll63 

%mm 62 1 iBittiz L-cttTwffca-tt****. 

No.63(l) 

• 5- (4- (2.4->'7**D7*y*-» - J^)kt^^7xz 

;u) 7x/ + -» tfSif^ 

20 IRdieaOcm'imO, 1315. 1155 

NMR(CDC1,) 8 ^|:1.25(3H.U=7.5Hz). 1.6-2.2(4H,m), 2.2-2.6(2H,m), 3.06(3H,s). 

3.9-4.2(2H,m), 4.l3(2H.qJ=7.5Hz), 6.6-7.2(6H,m), 7.6-8.2(4H,m) 

No.63(2) 

• 5 - (6 - :>7/-6 -^f^T'fil'**'/) -2-(2,4->'7**n7* 
25 V*->) -4 , -^f*X**i*-l,l , -i;7xi* 

IR(neat)cin ':2235. 1315. 1150 

NMR(CDO,) 5€:l.l-2.1(14H.m). 3.06(3H.s). 3.8-4.2(2H.m). 6.6-7. 1 (6H,m), 7.6- 
8.2(4H.m) 
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5- (6— >7/-6-^t/l'^f -2- (2.4-v'7fl,tn7x 
/*» -4 , -*f-*'*A'* — 1, l'-lf^xX/U 0.40g £ift!«&2 ml, ft 
£4 ml 4 ml Ui§*?$-<iv 3 BI8iin]&Si£$-£*o 

?§&£§£-t*o &L>titzftM®*iJ7 u>?u-? h 7=7-7 < - mmm ; h^x 

1 N^gHt* h 'J -7 A7fci§ifc0.66ml xf-^x-T-^T-fJfei^LA:^, 

10 HtfelSS0 7- (3- (2.4-y'7Hn7x/*'» - 4- (4-**-*** 
*-rt,7i-Jl-) 7xMv) -2, 2 - vV*-rt^ 7*? >&0.30g h 'J^A 

IR(KBDcm-':3420. 1300, 1150 

NMR(d 6 -DMSO) 8 fi:0.98<6H,s), 1.2-1.9(8H.m). 3.22(3H,s), 3.8-4.2(2H.m). 6.7- 
15 8.1(10H.m) 

%mm 65 

2-t + - > h+v-4 x/u+xn,- 1 , 1 " - tf 7 x - ;u 

l.50g> 1 N*&ftt" h »;*7A7Ki§fl5 6.5mK * 8.5ml J: O'v 7 ax >U 3 - K--7 
A*n»; K 1.71g 2I^F^flP^^$it^oS:EL-iS^$:*7|cl3J:y f ftK 
20 xf-;K7)*f|-g-%M-Jjnx.. 2N«BTCpHl.O tcU3£U W«£^*-#JKl-&o ff^ft 

1"*Uf , &fe*S£<7> 4 - > h#v-4 , -^f»'X**-*-2-7i>'*-/ - 1. 
1 '-If 7jlx;u i,75g 
25 IROCBiOcmMSOO. 1145 

NMR^-DMSO) 8 ft:3.23(3H,s). 3.76(3H.s). 6.54( 1 H.d J=2.0Hz), 6.8-8.1(1 1 H,m) 

4 _> ^->-4--^^x)^;)i/-2-7xy + '>-i,r-t'7x;^ 

1.50g«r^fc^^l-> l5mli:»»S*. *#T\ =£ft* 0.44ml *«jT-f3o 
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Svy^y^AM?*, «ETKi§&£S£1-*o §f>ii/:»:>fvy 

Wi*-2-7xy*v- 1, 1.34g£f#£ 0 
IR(KBr)cm ':3425. 1300. 1145 

NMR(CDQ,) 8 iI:3.05(3H,s). 5.20(lH.bs), 6.4-8. l(12H.m) 

4-K Kn*y-4 , -^fA'X**i*-2-7x;*y- l,l'-lf7xZ]l 
1.30g, 3*7fk* } ) V-U 0.70g, 6-^DO-l, 1 - yVf ^xf> f- - h »J ^ 
0.73g fcitf&BS* V * A 0.58g 80*CT-6l^ra«^i-^oSEDig^«- 
*jtaUOW*x.f-*oate»UilOx.» 2 NilKT- pHl.O HWSEU W«Slf£# 

jri- * o m h titzn&m * «t tfi&*o jfcft*Tj«**»a , r * •> 

77^- [jgfllifc; :ft8if^=9 : 1] -e««i-*ui\ ftfe^o 

4- (6-y7y-6-^f^7 , f***y) - 4 '- ^ f — *- 2 - 

7i/*v-l.l'-fcf7i^A, l.36g £f#& 0 
IR(KBr)cm ':2230. 1310, 1 150 

NMR(d 6 -DMSO) 8 <£: 1 .0-2.2( !4H.m). 3.27(3H.s). 3.7-4.2(2H,m). 6.48(IH.d.J=2.0Hz). 
6.7-8. l(HH.m) 

nmw 68 

4- (6— ✓7/-6-^f^7 , f«"f*y) - 4 *- ;PX>l/t.-^- 2 - 
■7jl/*>- l, l'-t*7i-;b0.50g, vyf-*xju**-> K5 ml, mMij ^ 
A 0.02g 3Q*iMlfl:** 0.15ml 80t:-C 12 B^##$-£*o R 

«ETi:j§«E^*i-^o II <b nfc^S^ «r 'f V 7"n f >u 7 >^ - t 
*Uf, *fe£S«>4 - (6 -flJWf-tW *-6 -^f-Jl^-Zf- -4'- 

2 -7xM->- 1.1'- t'7x-^ 0.47g £|#&o 



WO 96/26921 



97 



PCT/JP96/00499 



ROCBrlcnr'^SS. 1655, 1300. 1150 

NMR(CDC1,+D,0) $ffi:1.0-2.1(8H,m), I.18(6H,s). 3.04(3H,s), 3.90(2H.t.J=7.5Hz). 

6.4-8. l(12H,m) 

HJS0S69 

4- (6-v7/-6-^f il/t+-» -4'->f-JU*** — *-2 - 

7x^y- 1,1 t*7ji^^0.75g, ftfi£&4 ml, »K8 ml £ J: Xffc 8 ml O 

Yv^Dt'^x-f^tsisstni^ ifee B B B o 7 - (4 - u 

*^)b7x-)l/) -3- (7x/*v) 7x/4r-» - 2 , 2 - V > JU^^ * > 

Ko.56g zm> 0 

IR(KBr)cm':1685. 1310, 1150 

NMR(CDCI,+D z O) *tt:l. 0-2. 0(8H,m). 1.19(6H.s), 3.03(3H.s), 3.7-4. l(2H,m), 6.4- 
8.1(12H,m) 

4- (6-v7y-6-^f'l'^7'f ^* + -» -4'- — 2 - 
7xMy-l,r-k'7i-A' 0.50g, h x ) 7*W>T f J V 1.04g fc«t 

i&S^UflD;^ 2N^KT-pHI.O KHSU G®m*ftWtz>o fthiitz^vm 

= l : l ] MferfrKlfc o.60 g ^^ii^^ 

1 NTk&fki-h 'J ^TkiSfiS 1.04ml K*»S*, xfw-t ^t:^ L 

"till*, fefelS B s B <73 4'-^"?-^^^*-^- 4 - (6-^f^-6-(f h7/- 
;1/ _5_^ JU ) ^^;Ut^->) -2-7x/4r->-l.r-^7i-^0.42g«r 

IR(KBr)cm':1305. 1150 
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NMR^-DMSO) S m :0.9-1.9(14H,m). 3.20(3H.s). 3.90(2H.U=7.5Hz). 
6.45(1 H,<U=2.0Hz), 6.7-8.1(1 IHjn) 
gffefl 71 

%Mm 69 tlBliULt, 2- (2.4-y'7J^D7i/ + «/) _ 4 -_y^-^ f . 

5 *-l.r-li'7xd-5-*^*'>^ll4o 
IR(KBr)cm , :1685 

NMR(d 6 -DMSO) S ffi:2.53(3H,s), 6.8-8. l(10H,m), 12.82(lH,bs) 

mmm 12 

mm 23 1 LT£tT*>fl:£tt*»*„ 

10 No.72(l) 

• 5- (N-"rf-***/<*W >W -2- (2,4-/7Jl'^07i; + -» -4- 

->f;i'ft-i,i , -^7i-)i' 

IR(neal)cm ':3315, 1685 

NMR(CDC1,+D 2 0) (5 ffi:0.7-2.0(9H.m). 2.52(3H.s), 6.6-8.0(1 OH,m) 
15 No.72(2) 

• 1- (4- (2,4->'7)PtD7iy + v) -3- (4->fH*7i^iW 
^> £n »J •>*>- 2 

IR(KBDcm»:1735 

NMR(CDCI,) <J il :1.6-2.7(4H,m). 2.5<X3H,s), 3.4-4.0(2H.in), 4.5-5.0(1 H.m), 
20 8.81(1 H.bs). 6.6-8.2( 1 0H.m) 
No.72(3) 

• (4- (2,4->'7*tD7xy+-» -3- (4-jif*XJl'*-*7xi 

IR(KBr)cin: , :3410. 1740, 1655. 1300. 1150 
25 NMR(d 6 -DMSO) 5 fit:3.28(3H.s), 3.70(3H,s). 3.9-4.4(2H.m), 6.8-8.4(10H.m). 8.9- 
9.3(1 H,m) 
N .72(4) 

. 2 - (2,4-y7^t07iM-» -4 5 -tf^'J v 
y 1 , 1 '-t'7x-^ 
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IRCKBr)on': 1630, 1315. 1150 

NMR(d 6 -DMSO) S tt:1.4-1.9(6Hjn). 3.26(3H.s). 3.0-3 .7(4H.m), 6.7-8.3(1 0H,m) 
73 

%mm 15 tmtiUZLX5-7 Z J-2- (2,4->'7)^D7x^v) -4" 
5 -J****- 1. l'-lf7x;)^|4 0 
IR(neal)an ':3455, 3370 

NMR(CDC1,) $ fg:2.48(3H.s), 3.60(2H,bs). 6.4-7.8(1 0H.m) 

5-T I y -2- (2,4-v'7**D7xM-» -4'-^f-^f- + - 1. 1 
io fcT7x-^ l.OOg tr^b^-^I^> 10ml KSMIStf, *^T, h'jx^;UT = > 
0.49ml is -t Xf'y 9 > * > * J1/?D7^ K 0.42ml £Ji;):fln;i, |B]im£T- 

is *fe7dJ#$&0> 5 9 >-7-;i/# jut 5 y - 2 - ( 2 . 4 - ->'7 /u* a 
7xMv) -4*-^f-^f-*- l.l-^x^^ 1.20g 
IR(KBr)cm ':3290. 1655 

NMR(CDC1,+D,0) <5H:1.5-2.3(8H.m). 2.3-3.0(1 H.m). 2.47(3H.s). 6.6-7.8(1 OH .m) 

nmm 75 

No.75(l) 

• 2- (2.4->'7«'tn7xM-» - 4 , -^f'i'ft-5-7 , nt , t^)V7 

$ ;-i,r-t'7x-* 

IR(neal)cm ':33O0. 1665 
25 NMR(CDCl,) 3 m :1.01(3H.uJ=7.5Hz), 1.5-2. l(2H.m). 2.35(2H.U=7.5Hz). 

2.50(3H.s), 6.7-7.8(1 OH.m) 
No.75(2) 

. 5 _ t'jyutuT-t+^T I S -2- (2,4->'7^tD7x/ + v) -4' 
-y-^;i/X;U^-^- 1. 1 '-bf7x-A'£fl*o 



WO 96/26921 



100 



PCT/JP96/00499 



IR(KBr)cin ':3335, 1735, 1295. 1150 
NMR(CDC1,) $<I:3.10(3H,s). 6.6-8.6( 11 H,m) 

5-T I y -2- (2,4-/7;^D7xMv) -4*-^f-^f- + -l,l-- 
5 £7i-;K).92g *&1t*Tl>> 10ml Uj§JS?£ii\ tK^T, F'jxfjPTw 
0.45ml i3J:O f n-7'f-^^;P*-;i.^n 7 W K 0.38ml *H*Jo 3. , !^i&j£-e2B# 
ra«#1"*o ftTkUflDx., 2N£KT'pHl.0 U*»U *T«J8£# 

10 77-f- [igfctifc ; :ftKxf ^=5 : 1] T-*8§&-*-*uf, 

(OS-T'f^^-t-^T^ / -2 - (2.4-->'7^^-D7jLy + ->) - 4 -> 
■f-frTt- 1. l'-t"7i->U0.64g 
IR(neat)cm ':3255. 1375, 1150 

NMR(CDCI,) £ fit :0.7-2.3(7H.m), 2.52(3H,s). 2.7-3.6(2H,m). 6.4(lH,bs). 6.6- 
15 7.7(1 OH.m) 
H$fcftl77 

HJfefll 76 tmUlZ LT2 - (2,4->'7)^D7x^-» -4*-^fJ^;i, 
* - 5 -^f;UJi/*-^7 < 7 - l.r-t'7x^;^|#^ 0 
IR(KBr)cin ':3265. 1325, 1295, 1150 
20 NMR(d 6 -DMSO) S <I:3.04(3H,s), 3.25(3H,s). 6.8-8.2(10H,m), 9.90(lH.s) 
HJfefll 78 

5-/7Z-2 - (2,4->'7J^D7i/+-» - 4'- t+bXfrfr-fr- 1 , 
1 kf7x-^ l.OOg $: + ->U> 10ml h V > 7 > K 2.26g 

25 ^ 9J-)^ 28ml £J: 151 N*l&20ml fcflnx, ^ST* 1 B*TO# U *fmL/^ 

•f *Uf**fe£e B B?>2 - (2.4-y7;^a7x/4rv) - 4 '- / *)V7. )V*-)\, 
-5- (x h 5 -4 -l.r-t^x-^O^g^H^o 

IR(KBr)cm"':3395. 1300. H40 
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NMR^-DMSOfDjO) S 1i:3.29(3H.s), 6.9-8.3(1 0H.m) 

2 - (2,4->'7*t07xy + y)-4 , -^f«'X*.t-)l'- 5 -(f- h =>/- 
5 -4 A-) - l,r-l:'7x-i o.70g «rx--r;p 14ml £ J: tffifc&x-T-Jl' 7 
5 ml *#T, y'7'/> 9 > 0.69g <0JC--r £iJD;L*o ^ST' 1 

its xxrm\%^x-mx$tfrfc. s^mm^^^a-ce***, «eti: 

(2,4-'/7;i't07x/*v) -4'-^f-^^^*-^- 5- 
io t h9*/->\>-5-4 fc) - 1. 1 ' - £ 7 x - JK>.40g £l#&o 
IR(KBr)cm':1310. 1155 

NMR(CDC1,) £ <I:3.09(3H.s), 4.4(3H.s), 6.6-8.4(I0H.m) 

Hi£#l80 

(1) 5-v7*y-2 - (2,4->'7)Ptn7xM-» - 4 ^f-^X^*— 

is l, r-c'7x;)b i.oog lomi 7k#T, ilft*3§ 

^ y - 2 - (2.4->'7)^07x/'*v) -4 , -^«f-^^*'*-*-l.l*- 
t'7x-* l.l4g Z&&i&t LTl#*o 
20 (2) 5-ih*J"f 5^-2 - (2,4->'7HD7xy**»-4'-^f* 
7>)l*-)V- 1 , 1 ' - £7xxMIKfi i.00g £x?/-;W5 ml UflOx.* tK^T 
2.8NcOg&7>*x7-x?y-;u?gtfc8 ml 24 BfPflJWI&jli/lSii-, ft 

ISali-tllf, Sfe^5-7v/V-2- (2.4->*7JltD7xy*y) - 

4'-^f-^x;u+-;u- l, r-n*7x-;i/ o.30g 

IR(KBr)cm ':3395. 1300. 1145 

NMR(d 6 -DMSO) 8 &:3.28(3H.s). 6.8-8.3(1 OH.m). 9.l-9.7(3H,m) 



WO 94/26921 PCT7JP96/00499 

(1) a*#H*C7\ 60%*3Hfc* M 7A0.08g £N.N-vV*;u*;UA7 $ 

7*o* K0.8<te***S*fcN.N-5/*f-***.fc7 5 K 10ml £ IO#W*»tT 
5 iSTt^o ll*W«#Lrt:fiL 2-**5Jb-4'-J«f-*-f-*-4--Vn- l. 
l , -lf7i-*0.50g.t»j»$-frfcN.N-vVf-iU*)UAT5 K5ml* 15t:T- 
30frfflfrl}XmT-t 2> 0 JElDS^*SiaTll*W, ov>T-50"CT-l^TOj%-L 

CO 2 - (2-7'Dtxf;^) -4'->f il/f t-4--F n-i,r-t'7x 
-H> 0.10g fcfl&o 
IR(KBr)cm ':1515, 1340 
15 NMR(CDCI,) 6 fI:2.56(3H.s), 6.8-8.5(9H,m) 

(2) S**H5tT» 4-t , 'Jv'JH'jyfJl'f> 0.17g, 2- (2-7-ntx 

4 -f-frf- *- 4 - — F o - 1 , l'~ o.20g & «t Xf-r Y v 

*X ( Y '17x^)^X7^ >) >UV*>U (0) 0.33g U > 10ml i:J«i» 

4BfWfln»iS*£**o Lfcft* «ETi:jgttt8itS. i#<bH 

20 /:»^*7A^7h/77^- [»lia;^**> :ft»xf-iu = io: l] 

-CfSSi-tL^ *fefefi0 4--^f-^f- + -4--ho-2- (2- (4-fcf'J 
y'jW) - 1 . l*-^7i-JU0.10g £?#£o 

IR(KBr)cm »:1515, 1350 

NMR(CDO,) 8 fe:2.57(3H.s). 6.9-9.0(1 3H,m) 
25 H&fll 82 

HJSW81 (2) fcra»j:LT4'->f->l'f-*-4- - ho- 2- (2- (f77- 

;l/ _2->f;i/) xr;)H - 1 . 1'- £7x-**f»S 0 

IR(KBr)cm ':1510, 1345 

NMR(CDC1,) 5 fi:2.52(3H.s)7.2-8.8( 1 1 H.m) 
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£ttfl83 

2- (3 -^y/^ D^* -4'->f 

4--hD-l,l'-lf7xr;i, o.30g £ 1 NTKKffcf- h '^A*}M3 ml, >'* 

*ti&; 5 : l] T-*»§muf. fffe£ B B B ?>2- (3-t 

Kd4t->->? n^^v ;i/ + #->) -4'- 4 -— ho-i.r 

io -fc* 7xi* l.lOg £l#£o 

IR(KBr)on ':3385. 1520. 1345, 1315. 1155 

NMR(d 6 -DMSO) 8 ^K).8-2.6(8H.m). 3.30(3H.s), 3.0-3. 8(lH.m), 4.2-4.9(1 H.m), 7.5- 
8.2(7H,m) 

is 2 - K n * v - 4 • - * f - * * — ^ - 4 - - h n - 1 . 1 ' - If 7 * - 
l.OOg, 2 -ifJl/f^yn^V-Jl' 0.50g fcitf h } ) 71-1^X7 Y > 0.90g 
£xf*7fc KD77> 10ml U&^S^&oJfctC'it^U 15t:T-vi^-;UT •/•>'* 
;H^vl^- h 0.77g tliTL, SjaT-eNFPg^l-^olfbn^SlDiS^tTK 

774- \&mBL\ h>i>x.> :ft«if ^=5 : l] x-nn-ttiii, Hfe^ H B B <7) 

2- *7"a^*-» - 4 *- ^f-fr*** - 4 -— h n- l , 

1 M 7i.-* 0.33g 
25 IR(KBr)cm ':1520. 1345. 1310. 1150 

NMR(d 6 -DMSO) $ fit:0.8-l.5(6H.m). 2.2-2.8(3H.m), 3.26(3H.s). 4.22(2H.d.J=6.0Hz). 

7.6-8.2(7H,m) 

H&09 85 

(1) $ttffll3 £ra«ULT2-**S JU-4'-;<****-5--hn-.l, 
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IRCKBrJcm'rteSS. 1525, 1350 

NMR(CDCI,) 8 i&: 2.57(3H,s), 7.0-7.8(4H.m). 8.0-8.7(3H.m). 10.08(lH.s) 
(2) 2 - **5 )V-A *TA>T*- 5 h n - 1 , 1 '-t'7i^)V 2.00g £ 
5 N.N-^f**^?? K20ml UjgJBS Hi", v7^fl/> h ')7i;)W^ 
*7>2.20g fcflDx.*,, HOrTMlSHIini&LfcfcL ?K>jt & J: l/T&SSi 

«>»a«M:tO;U 1N£KT P H5.0 CMU ^«®«r^JRi-*o (#<bft/.:*r«l 

-4'-^f-;Uf-t-5--hn- l,i*-lf7x-JU i.80g £?#* 0 
IR(KBr)cin- , :2220. 1520, 1350 

NMR(CDC1,) 8 l£:2.60(3H.s), 5.5-6.2( 1 H,m), 7.0-8.5(8H,m)(EZMix) 
(3) £^#B&T, 2- (2->7/xf^iH -4'-;<f->t"f *- 5 h 
15 o — 1, l'-lf7i-)l' 1.30gi3.ttf h *)-7*fr+>TV K 3.00g £ * v P > 13ml 
KUnA, 6f$IS1ttl&£fcS-£*o R£ft£&U 20ml fc.fctflN*l& 

20ml fcflDx.* gitC20#flfl*#Lfc», **iJ J:O f ftttif-rt'WiR^ttUilDi» 

20 ^07^77^- :ft*xf-^=io: 1] tmn-ttui* 

tfe^4 , ->f^f*-5--ha-2- (2- ( 1 H-f V— iu — 5 
-4>U) Xf-)H - 1. l'-tf7i-*0.63gfc#&o 
IR(KBr)cm ':3450, 1520. 1345 

NMRfdj-DMSO+DjO) £ M:2.54(3H.s). 6.9-8.5(9H,m) 
25 86 . 

No. 86(1) 

• 4 - (2 - (4 - yf-*X^*-^7x-JU) -4-xhn7x/^y) 
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IROCBiOcnrMeSS, 1525. 1345, 1305, 1150 

NMR(dt-DMSO) S 41l:3.26(3H,s), 7. 1 -7.4(3H.m). 7.8-8.6(8H.in) 

No.86(2) 

• 4*->f-^^^* — ^-2- (2-H ,, J->'*t#>) - l,r-t'7i'^- 
5 5-*^sK>K 

nKKBr)cm':1705, 1300, 1150 

NMRC^-DMSO) 5 1i:3.24(3H,s). 7.0-7.5(3H,m), 7.6-8.3(8H,m) 
HJfefll 87 

to ;u- 5 h n - l , l 7 jc^;u£}#& 0 
IR(KBr)cm ':3390, 1520, 1350, 1300, 1145 

NMR(d 6 -DMSO) 5 fi:3.30(3H.s), 6.8-7.2(5H,m). 7.8-8.4(6H,m), 9.62( 1 H,s) 
IP 88 

•£MM\l tmUiZLX S-'sT S -2 - (l-^f^-2-t*77'nt:^t + 
15 -» -4*-^f-^x;v^^;b-l.l'-t*7xJi;uSr|#-5 0 
IR(KBr)cin ':2225, 1720, 1300, 1150 

NMR(CDCI : ,)5<i:1.50(3H.d.J=6.8Hz), 2.13(3H,s), 3.13(3H,s), 4.87(IH. q. J=6.8Hz). 

6.90(1 H. d, J=9.0Hz), 7.4-8.3(6H.m) 

20 1 -7o^-2-?nn-5-- hn^>-t'> I2.0g. 2, 4 ->'7H*D7i;- 
* 7.30g J: V 7 A 7.70g B.N-y^f^UT; K 60ml lljjn 

2 fSfgjJD&ilsE RlEfi^ttfc**C3fini» 2 NffiK-C pHl.O UIBE 

25 *7A?D7^77^- ^«»Xf ;U=20: 1 ] T-ffiM-TtUf . 

1 -7*o^E- 2 - (2,4->'7J^D7xMv) -5--ha^> 

-t*> I4.3g £&2>o 
»*:I03-I04t; [i*/-^] 
IR(KBr)cni ': 1 5 1 0. 1 350. 1 255 
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##092 

2- (2.4->'7Jl,tD7iy4y)-4--hD7x'j>27.0g £«fifc&110mK 
7tC66mliJj:l/ftKl10mlOig^fi|(:tHlX., O-SCtMtF^A 7.42g 
££tr*66ml?§ia£?8T-f |5Ji£J£-C 1 B#IM# Itz'fa KfcilLStot&im 
5 (I)17.9g, £ffc^ h 'J *7 A I2.8g, 47%£ft*3tK 1 10ml J3 J: tf*. 66ml 0&£-}fc(f» 

^o-5t:-ei»Ti-*o 25 < CTi^ra«#L/^ ^m^^mm-t^o ®c> 

io n-t- 2 - (2,4-/7**n7x;*-» - 4 h n^>-tr> 2 i.7g £(#& 0 
K.£:I03-104r [i^-*] 
IR(KBr)cm ': 1530.1 505.1 350. 1250 
##0>J3 
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«5 a 


y 

mmm 


K 






R* 


*' 


R 4 


3(1) 


-oh® 


N0 2 


H 


3(2) 


"OH® 


H 


N0 2 


3(3) 




N0 2 


H 


3(4) 




COCH, 


H 


3(5) 




CN 


H 


3(6) 


-cC^-F 


H 


CF 3 


3(7) 


-C^>-F 


COOCHj 


H 


3(8) 




H 


COCH, 
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«5b 


R 2 


D 


c: 




MfllNo. 


R 2 






R 4 


3(9) 




-F 


H 


COOCty 


3(10) 




N0 2 


H 


3(11) 




-F 


H 


CHO 


3(12) 




-F 


CF 3 


H 


3(13) 




-F 


H 


OCH 3 


3(14) 




-F 


H 


CH, 


3(15) 




-F 


H 


CN 



fc5 zUXl/mS bOft^<7>«5tt«:iaTU^i-„ 
No.3(1) 

».£:73 -74T: [i*/-*] 
5 R(KBr)cm' l :1320.1340 
No.3(2) 

IR(neat)cm': 151 5.1 340.1275 
No.3(3) 

10 S£:119-120t [X*/-*] 
IR(KBDcm ': 1520. 1345 
No.3(4) 



WO 96/26921 109 PCT/JP96/00499 

»*.:72-73t: [X*y-*] 
IROCBrJcnV': 1680.1 505 
N .3(5) 

SlL£:l 18-1 19*0 
5 IR(KBr)cm ':2235.1505 
No.3(6) 

IR(neat)cin- , :1510,1325 
No.3(7) 

10 

IR(ncal)cm ':1725,1505 
No.3(8) 

S>*:59- 60'C ['(VT'DfjU-fil'] 
IR(KBr)cin': 1675. 1500 
15 No.3(9) 

St*:98.5-100'C [ftKxf ^-^*t>^^l 

IR(KBr)cnj ': 171 0,1505 

No.3(10) 

tt*:132-l33X: 1*9 S ~ ^] 
20 IRdCBiOcm': 1520.1 505. 1350 

No.3(ll) 

IR(KBr)cm ': 1 700.1 505. 1 255 
No:3(12) - 

25 i&#.%3 

mncmycm'ASOSAZSO 
No.3(13) 

IR(neat)cm ': 1510.1 205 
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No.3(l4) 

IR(neat)an '.1505.1490.1250 

No.3(15) 

S!*:93-94 

IR(KBr)cm ':2235.1505 

TKSHt* h 'J 7 A 0.36g £i£f»L£*?§ift24mlC2 ^v7x 
y-/H.50giJJ:lf*>*7i — ^3- K-7A?n«; K2.34g ^rJlDx, 1 B$fflin**>t 

y-2-7i>'+v^>-t'> 2.10g 
IR(neat)cin': 1595. 1490.1 170 

US. 

IR(ncal)cfn 1 : 1 580. 1 490. 1210 

3-?DD-4'-- h DT-t h7i J > 4.60g, 2 . 4 - v 7 * n 7 x 7 - )V 
3.60g £J:tf**£&* 'J ^A 3.82g £*vU> 46ml (-Snx, 2 ^F^^D^^i^ ^ 

^•cuea-fittf, ?&nfe8 B B H <7>3'- (2,4-/7KD7i/+-» -4'- 

- h0 7-tl7x7 > 4.50g tlf&o 

S^ioo-ioit: [x* /-;u] 
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g6 



4M»0*No. 








R 4 * 


7(1) 




-F 


CN 


H 


7(2) 




-F 


CF 3 


H 


7(3) 




F 


H 


- C— CH 3 
O 


7(4) 




-F 


H 


CN 


7(5) 




-F 


H 


CF 3 


7(6) 




-F 


H 


-CHO 


7(7) 




-F 


H 


-COOCH, 


7(8) 




-F 


H 


CH 3 



1*6 <nit£®<o®&*i:ATiZ7F-to 

7(i) M&.m-uix: [*?;->\>] 

7(2) Hferft^ 

7(3) ».£.-94-95'C [x*/-JU] 

7(4) k*:99-ioot; [i*/-*] 

7(5) Hfevftflt^ 

7(6) S!*:93-94 , C [x?y->l/] 

7(7) i»£:88-89T: [x*/-^] 

7(8) ftfevS#$ 
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##W8 

3'- (2,4->'7HD7x; + -» -4'--hDT^h 7i y >2 2.6g, 
22.6g £ i tf£f fcT > * x •? A 2.27g £ X * / - /U 360ml &£{ffr ] 80ml <Oi&£yg 
SEHSDi., lB#ffi;&D*ia0£3-£*o *»»*«*Lrt:lft, «ET<:?§&£S£1- 

ai*:n5.5-M6.5 , C 
##099 
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**» 


R 4 * 


9(1) 




-f 


CW 


H 


9(2) 




-F 


CF 3 


H 


9(3) 




-F 


H 


-C-CH, 
O 


9(4) 




-F 


H 


av 


9(5) 




-F 


H 


cf, 


9(6) 




-F 


COOCH3 


w 


9(7) 




-F 


H 


-COOCHj 


9(8) 




-F 


H 


CH 3 



m 7 ^ft^o&teSrWTi:*-*",, 

No.9(l) 14-1 15*0 [x*y-*] 

No.9(2) ftfe?fc4fc& 

No.9(3) 17- 118*0 [x*y-*] 

No.9(4) ».«:I02-1O3TC [x*y-*] 

No.9(5) 

No.9(6) »jft:118-120t: [i* J -*-^**>iR£***] 

No.9(7) ffl>.^:82-83*C K 7 7*0 £*X- -r >W] 

No.9(8) »jS-59-60r ['v*-fr>] 
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##« 10 

3- (2,4->'7KD7x^v) -4 hn h »j A- 8.00g 
K56mK &&40ml J: CT^C 40ml OiS^igfiUCftDx., 130^-? 1 I^K«tff-r *„ £ 

<£%ii&Jt'feJ&A4)3-(2,4 ->'7*tD7xy+-»-4 h n&feS&g.ug 
».£:187-I88t: [x^y-;u] 

3- (2,4->'7^t07xM-» -4 h 4 .00g, ->'^^;HS 

& l.88gfcj: tf*7K£&* U *7 A 2.06g £7-fc h ✓ 40ml CflflX., 1 B#ffli!jn**;iij£ 

?&3tfe*SA£>3- (2.4->'7Ji/tD7x/ + -» -4--hn$|.fU^f;i, 
3.60g £f#& 0 

lfe.^.:79— 8l*C [i*/-^] 
12 

2-7*D^-4-^FD7- , ;> 6.00g*Jj: 4 -->* **)VT I J tf v >0.12g 

30ml uflnx, 40*CT' 24 u$P.3«#-*-£o SlDiS^^TKTKl-Snx.. 1 
nr-fe hT-'i K5.02g 

IK*:130-!3ir [x?y-;U-7-fc hx h >; rt/3|£?g&] 
13 

i^I^.Ti:2.'-7'D*- 4'-- F07-tF7-'; K 3.30g, 4 -7;p*n 
7xi^l<';7*f;l/f > 3.89g «fc tT-r h 7** (h'j7x-^*X70) a*7 
^•7A(0)0.44g £ h 33ml CAflx., 2 B#S5»D^Sil£ ^ -*^> o «ETi:j§i^ 

;W=3:1] Mfe^ H B a^2'- (4-7J^07x;^) -4'-- 

h OT-t FT-'J K3.05g 
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142.5 -143.5t: 9 J - fr- 7-fc b - h l ) ^»^-jg«t] 
14 

2'- (4-7)^D7i-)H-4'-^ hD7tF7-U K 3.00g £i£isS$ 7.5mK 
7)c 7.5ml 15ml 0>iJ|£-?g& Kin*, WrT-H^Kte^-r-So &fc 

P H7.0 CH£ L * #8® £ + * o (# ft W«® * *fc J: ^f&fD *tt*TH* 
ifcfrfc, l^llv/^/'JATlttin, »ET»:*««:«*1-*. »<bftfc 
»9»«:x^y-^-C||«[fl1-*itf, *felta*>2- (4-7HD7xi*) 
-4-- l«D7-'J > 2.34g 

a*:i4o-i4it: [x*y-*-7-th-h '^a^sflt] 

##ffil 15 

2 -'O'/'f ^-4 h D 7— 'J > 3.00g S - JU 30ml, rt-7KKD7 

7> 20ml &XZf& 10ml *>fi£*«Kl)D;L* wtf>i8ifcK*fST\ *5fHfc* ^fft^ 
h 'J •> A 0.90g fc 30 7>MT-7>SlJ«i-^o MST* 1 B$BMttt& 

isJ:tfI»*f-*«ft£»«Uin;l, 1 NttKtpHl.0 KSMS-rSo 

ETU»«E«rS*i-fttf» Jtfe*R»*>2- (.-KKn+y/^-/*) -4- 
jl h D7-'J > 3.00g £f#£o 
IR(neat)cm ':3475.3380. 1 625. 1 505. 1 490 

2- (o - KD + ->^>vM - 4 h D7-'J > 3.00g «rjSltK6 mK * 
9 iriiJj:tW»15iiUWft^iS«ElltlDx.,0-5r-eMBI-f h V^A i.oog 
tr*5 ml j§««ri&1Tl-4o Rift*"? 1 fcWHtttLfcft, Rl&ft£tt**fl:IPI ( I ) 
2.30g, JUt* h 0 * A l.60g, 47%£ft*^& 15ml telVfr 15ml Ojl^jgflE^ 

^o-5fe«Ti-*« 25r-?mni*ftft, mm=-+*>'emto-tz>o m^ntz 

-2- {j-tKn*-/^'/*) - 4 h n^>-fc*> 2.40g 
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IR(neat)cm ':3420, 1 525, 1 345 

1 -7*0^-2 - (a - t Kn#«> - 4 h D^>-tf> 3.Q0g £ h 

•J 7/P*oft&6.0ml gjST* h 'Hf^v^ 4.7m! £ 20 frffixm 

fj=&i?-;u = i0:l] T-ffiKi-iii^ SfeiiW2-^>->';i,-i-rD^-4 

h D^>-tf> 1.70g Z&Zo 
IR(neat)cin , :1525,1340.1030 
18 

1 -7Dt-2 - (a - Kd + v;i/^c>->';u) -4 -- h n/NC>-fc'> s.oog £ h 
;Ui>50mlU^»$-e. 'M. : &X''$M-mt-? 'sif > 7.00g £»D;U 2B$|S|i&L< 

«#i-* 0 m#z:&ft-7>#> s.oogfc&trau !Bj£j£T-2i$r«am#i-£o 
v^j.-Tiumz.. itJR+iitf, ife»B B B w 2 ■/'f a- 1 - r d^- 4 

-.=. h n ^ > -fc' > 3.9o g 

fit.^.: 116.0- 118.0t: [3-9S-fr] 

##03 19 

2 '- ( 2 . 4 - ->* 7 o 7 i / ) - 4 ? - - h o ,< * > x /p* > 7 - K 
7.00g £ ;< * > * > & 35ml UjJOx., 90*CT* 2 B£P«3«#-r & G Rl££#1&£* 

*KJ0;U \0%*&iti- h 'i^i^t P H9.0 i:H8U ^^^XtAth-t 

[jg&ifc ;A4t> : ft»if^=3:i] xmu-ttm, 2- (2, 

4-v7)^07zM-» -4 hor-'J >4.70g £*#* 0 
It 20.0- 12 1. Ot: 
IR(KBr)cm ' :3490.3355. 1505.1 295 
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*?tT\ 150ml iZ 2 - (v?n^*v;i'**-» 7-'J> 15.0g 

SDL, l^&K-eiB#ffl«*rf*o «EETUi§&£@£U f# £>ti/.:*tS%£*fc 

»<bnfc»a%l^**>«rlBlx., j*JRi"itJf, *fe£ B B B 02*- (-> 
*n-^* T-b fT-'J K I4.0g £&2>o 
lftj^:70-7l.5X: K V7ntf*x-~f-*] 
IR(KBr)cin ':3290,2935, 1 660, 1 525 
##09 21 

2'- (->?n^*->;i,**v) 7-t hT-«J K 12.0g Sr&TkftK 120ml Ujgfl?? 
i*\ *i£T 70% 9.4ml * 1 BfrMfcttflL £££ 

£%fc*jMUWKxf-jUOft£»UlHl;U h ';^AT-pH8.0 (CM 

77<- [jgJtift ; ^**>:ft»if-* = 10:l] T-fflK-ril(X, 3tfe£ B H B <D2' 
-->?D^*v;l'**v-4 , -x h or-fc FT-'J K(I)5.62g i3«t^HfefS B B B 0 
2'- is? d/\*->***->- 5"-- h nr-t hT-'J K(II)5.30g £f#£o 

(I) lK.£:93.5-95\; [x*y-JU] 

(II) »J*t:105.5-109T: [x?y-;U] 
##03 22 

7KKfb*'^A3.64g */-*90ml C^iStftK 2 '- v ? O's* 

->rt/**->- 4*-- hnr-t hT-'J K9.00g fcjjnx., 1 B#raJra&£ij££-£&o 

-> 9 D'\#->jl/*4r*> - 4 h DT-'j > 6.90g tl#&o 
St* 85.5 -88*0 [x^y-fr] 
23 
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IR(neal)cni ':3490 J385.2940.1 5 1 0. 1 340 
##0124 

5 4- (2,4-y'7**D7j;+-» - 3-~ ho/oXT^ft K 5.00g, ^ 
f-l/>$n; 3-;W20mk p- h ^i>^.^*>K0.38g £ h >lJ-> 20ml UjjDl, 

x-f l/>T-t?-;i/5.70g 
81^:66- 671: [i^y-*] 
##fi*25 

4- (2,4 ->'7)^n7i / *v) -3--hn^>X7^ftKxf U>7 
15 -t^-^S.SOg 80ml 5%^*7V'7A-^0.25g SrflD 

ifefiraW3-7i>'-4- (2,4-/7^tD7i/^v) 'C>X7*ftK 

if- U>T-fc^-^ 3.30g 

20 816:75.0 - 77.01: [i* 

NMR(CDQ,) 5 fiI:3.5^.3(6H,m).5.73< 1 H,s),6.6-7.3(6H,m) 

##0U 26 

-fc?-;M,00g £fcfi£& 1.6mU * 2.4ml H X tf&K 4.0ml OjS^?§liUi)Dx.> 0 
25 -5t:-CMK-f 1* 'J^A0.24g££tr*3.0ml&&£f8TUI^££TMB#M 
RlE*^tt«rllfkiH(I)0.64g, Hffc^h'^A 0.46g, 47%£fb*« 5 
ml * J: tf* 10ml Oft^flLU 0 - 5 t?*T1-&. 25VX 1 3IMK* L£&« 6H£ 
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%«:*7A^dtF/77^- [mmfo ; * = 20:1] X-fS5?i- 

fttf. ^HfelS H B B03 - (2.4->'7**D7x>'+v) ^>XT 

^■ffc K0.48g £f#*o 
Ifi *:63.0-65.0t: \3-9 J-)V} 

5 ##0127 

3._-7-o^_4'- (2 t 4 - v'7«'tD7iy*v) T-t h7-'J K 5.00g 
ft&50ml IZ&mZ-ts 70rr-it5BK 1.09ml £?rF -*-*<> HOSST' 1 #®ft.Wlt2 

ft, RlDi&^$rftKi^^i3«tU f 7X3ic^iR^i:Snx., *r«»l$r5>JR1-&o f# 

llfelSB B B0 5--7'D^-4'- (2.4 ->'7)^D7xM-» -2'--hDT 
■fc bT-'J K2.80g £o 
it*:159-16ir [x*/-*] 
28 

!5 ##0!2 fcra«j:LTSl2Wib^fl5*?l&o 
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m 12 <7)ft£tt*>artt*jaTu*i-o 

No.28(l) 
IR(neaDcm ':2225 

NMR(CDCI,) 5 ft: I . I -2.4( 1 0H,m).4.2-4.7( I H,m).6.8-7.9(3H,m) 

No.28(2) 

JRlnuticm m, :\33Q 

NMR(CDQ,) 8 tt: 1 .0-2.3( 1 0H,m),4.0-4.6( 1 H.m).6.7-7.2( I H,m),7.3-8.2(2H,m) 

No.28(3) 

IR(KBr)cm ':2230 

NMR(CDC1„) 8 1i:6.7-7.7(7H.m),7.8-8.0( 1 H,m) 

No.28(4) 

IR(neal)cnr':1325 
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NMR(CDC1,) 8 M:6.8-7.6(7H.m).7.8-8.0( 1 H.m) 

No.28(5) 

IR(KBr)cm *:2225 

NMR(CDCI,) 8 <I:6.6-6.9( 1 H.m),7. 1 -7.6(5H,m).7.8-8.0< 1 H.m) 
5 No.28(6) 

NMR(CDC1,) 8 {I:6.7-7.7(6H.m),7.90( 1 H,d.J=2Hz) 

No.28(7) 
IR(KBr)cin ':2230 

10 NMR(CDC1,) 5<i:6.6-7.3(5H,m).7.5l(lH.ddJ=2.8Hz),7.92(lH,d.J=2H2) 
##00 29 

1 -•/n^-2-^nn-5--hn^>-t'> 5.00g £ XX? 2 -fc Kn#-> fcT'j 
y > 2.41g fcN.N-y**-*'**'-^ $ K 35ml J-SDx., 5 -10*CT-# 'J «7 A ten 
— 7 h * v K 2.85g £##J»1-*o RfciES^ * 3 tifffiM&.MViZ 

7Y- [Sttft ; ^*-*> : »Kif^ = 6 : 1] -c«Rl-*u*i$»fe£fi*> 1 

_ rn ^_ 5 _ - }. o- 2 - (2 -tf'J ^>"t*> 2.80g 

20 IRUCBiOcm'ilSlO.^S 

NMR(CDG,) 8 f£:6.9-7.5(3H jn).7.6-8.3(3H.m),8.4-8.6( 1 H.m) 

##ffl30 

##0U 29 t L-CJrF*>ifc£tt*»*. 
No.30(1) • 

25 i-^-5->T/-2- (2 -tf'J 
IR(KBr)cin ':2235 

NMR(CDCI,) 5 fi£:6.9-8.3<7H.m) 
No.30(2) 
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IRCKBrycm'ASOS.^S 

NMRTCDO,) S <i:3.81(3H,s).6.6-7.3(5H. m ).7.9-8.2(1H.m).8.3-8.6(IH.n,) 
No.30(3) 

5 IROCBr^'^O.lSlS.^S 

NMR(CDC1,) * ft :7.0-7.3(3H.m). 7.71(2H.cU=9Hz). 8.21(lH,dd.J=9.2Hz). 

8.57(IH,<U=2Hz) 

##8l3I 

##M6 LTfE 13 cr>it£®*®z 0 

S13 

0 2 N R4 



31(1) 



R 2 



— O 




H 



R* 
CN 



31(2) 
31(3) 



-O 



— O 





H 



H 



CF, 
CN 



31(4) 
31(5) 
31(6) 
31(7) 



— O 

— O 

— o 
-o 







H 



H 



H 



H 



CF, 
CN 

CF, 
CN 



ic 13 <r)it£®<7)!fa&t:):ATlZ7ji1- 0 
No.3l(I) 

IR(KBr)cin ':2235, 1 535. 1 360 
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NMR(CDC1,) S M: 1 • 1 -2.4( 10H,m),4.3-5. 1 ( 1 H.m).7.0-8.5(3H,m) 
N .31(2) 

NMR(CDO,) S il:1.2-2.3(10H,m),4.3-4.9(!H,m).6.9-8.6(3H.in) 

No.31(3) 
5 »(KBr)cm ':2225. 1530. 1350 

NMR(CDC1,) S ffi:6.9-7.9(7H.m),8.2-8.4( 1 H.m) 

No.31(4) 

IR(KBr)cin- , :1540.1325 

NMR(CDC1,) 6 <t:6.9-7.9(7H.m).8. 1 -8.4( 1 H.m) 

10 No.31(5) 

IR(KBr)cm , :2230. 1 530. 1 360 

NMR(CDCI,) 5fll:6.9-7.1(lH,m) t 7.2-7.5(4H,m),7.6-7.9(lH,m).8.2.8.4(IH,m) 
No.31(6) 

IRCneaDcm-': 1545. 1325 
15 NMR(CDC1,) alii:6.8-8.0(6H.in).8.29(lH,s) 

No.31(7) 

IR(KBr)cm ' :2235. 1 530. 1 350 

NMR(CDC1,) S fe:6.9-7.4(5H.m).7.75< 1 H.dd.J=2.9Hz).8.25( 1 H.d.J=2Hz) 
32 

20 ##P!8 tlBliiatRMOft^^^o 
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1 4 




32(2) 

32(3) 
32(4) 
32(5) 
32(6) 
32(7) 



— O 
— O 

— o 

— o 

— o 
-o 









H 



H 



H 



H 



H 



H 



CF, 
CN 
CF, 
CN 

CF S 
CN 



No.32(l) 

IR(KBr)cm ':3480.3375.2220 

5 NMRtCDCl,) d ffi:!.0-2.3(IOH.m).4.0(2H.bs).4.2-4.6(IH.m).6.6-7.7(3H,m) 
No.32(2) 

IR(neat)cin ':3485.3385 

NMRCCDO;,) 5ii:l.l-2.2(10H,m).3.6-4.2(2H.m),4.0-4.5(IH.m).6.8-7.3(3H.m) 
No.32(3) 
10 lR(KBr)cin ':3480.3380.2225 

NMR(CDCI0 $ ffi:4.12(2H,bs).6.6-7.6(8H.m) 
No.32(4) 

IR(neat)cm ':3490.3390.1 340 

NMR(CDCI,) Sfe:3.8-4.2(2H.m).6.8-7.6(8H.m) 
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No.32(5) 

nKKBDcm' -.3490,3365.22 1 5 

NMR(CDQ,) S <il:4.20(2H.bs),6.5-7.9(7H.m) 

No.32(6) 
5 IR(neat)an':3490.3400 

NMRCCDQ,) 8 l£:4.10(2H,bs).6.6-7.5(7H.m) 

No.32(7) 

IR(KBr)cm 1 :3480,3380,2230 
NMRCCDQ,) d <t:4. 1 0(2H.bs),6.5-7.2(7H.m) 
10 33 

4-7-D^>-t*V>^^*-'^°7^ K lO.Og KD79 > 50ml 
l-ifiFJB3-£» ftffrT25%7>* — T;fc8.00g fcillx., W?30jh gi'S'C 24 B# 

B«»i-*.RiS»^»t*iJJ:U f »»if-^^«^»^l»*« 2NilS$T-pH2.0 

v7*d ert,i-T ^fcJjQ*, iS^i-nif, *fe^ B B B 04 - 

j 7.93g £f#£o 

IR(neat)an ';3330,324O.I330.1 150 
NMR(d 6 -DMSO) $ fi!:7.44(2H.bs).7.68(4H.Tn) 
20 ##0U34 

##011 33 fc|5|«l-LT 

IR(neat)an';3295. 1325. 1165 

##00 35- 

g ^ ffl ^ T ^ 4 _ T : , 1 -:TD*^>-t:>0.50g, \L7s\*)T+ 

4.85ml * X V y * * ( I- 'J 7 x ^ * * X 7 < » /<5 V * U (0) 0.04 g 

**->u> lomi iztnx.. \4*mimm*s**»****** Lt: ^ SETl: 



25 
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- * h ') 7+ fr* > 0.52g £ f# £ 0 
IR(neat) cm ';3345.3270. 1 340. 1 1 65 
##0936 

##M35t^{ZLT 
IR(ncat) on ';3295.I325.1 1 65 

NMR(CDCI,) d 11:0.6- 1 .9(27H.m ),2.65(3H.dJ=5 .5Hz),4.4-4.9( I H.m ).7.4-8.0(4H,m ) 
37 

No.37(l) 

• 2- (4 3 - (2J->'7JPtn7x;*-» 7i^j|,) gfcgj:?- 
IR(ncat)cni 1 :1735 

NMR(CDC1,) 8 i& :l.20(3H,U=7.5Hz), 3.49(2H.s). 4. 12(2H.q.J=7.5Hz). 6.7- 

7.7(6H,m) 

No.37(2) 

• 2- (3-70^-4 - (2.4->'7^n7 i ^y) ftgjxf 
IR(neat)an ':1735 

NMR(CDCI,)5<l:1.26(3H,U=7.5Hz).3.55(2H,s).4.17(2H,q.J=7.5Hz).6.6-7.7(6H.m) 
No.37(3) 

• 4 - (3-7Dt-4 - (2,4-/7^D7iM-» 7xzjH SS&if- 
IR(neat Jem 1 : 1735 

NMR(CDO,) £ ft :1.26(3H.U=7.5Hz). 1.7-2.8(6H,m). 4. l5(2H,q.J=7.5Hz),6.6- 

7.6(6Hjn) 

##W 38 

No.38( 1 ) 



WO 96/26921 



127 



PCT/JP96/00499 



• 2- (3 - (2.4->'7J^D7x/ + -» 7i^)M -3-t 
Kd + -> 7*o tf :+ >g|xf ;u 

NMR(CDC1,) 5 ffi :1.23(3H.U=7.5Hz). 1.6-4. l(3H.m).4.22(2H.qJ=7.5Hz).6.6- 
7.7(6H,m) 
5 IR(neat)cm- , :3425,I735 
No.38(2) 

• 2- (4 -rn^- 3 - (2,4-v7;KD7xy+v) 7x^;i) -3-k 
##fl|39 

No.39(l) 

• 2- (3-7*d^-4 - (2,4-v'7^tn7i/'*y) 7x^;i/) r 9 x ) to 

NMR(CDCI,) S tt: 1 .29(3H,t,J=7.5Hz),4.23(2H.q J=7.5Hz).6.8-7.8(7H.m) 
IS IR(neat)cm ':I715 
No.39(2) 

• 2- (4-7*ot-3 - (2,4-->'7)^07xMy) 7x^>u) 7 ? 'j ;u 

40 

20 HJfefl|42 fcrattULTJATOffc^»t»* 0 
No.40(1) 

• 1- (3-7*o^-4- (2,4-y7i^D7xy^-» 7xxjH v^dt* 
DKncaDcm'iniS 

25 NMR(CDCI ? ) o W. :1.18(3H.t,J=7.5Hz). 1.0-1. 8(4H.m).4.10(2H,qJ=7.5Hz).6.6- 
7.7(6H,m) 
No.40(2) 

. x _ (4-7-n^-3- (2,4->'7^tD7x;+-» 7x^)1/) ->?v-f 
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IR(neal)cm ':1720 

NMR(CDC1,) S m :1.13(3H.U=7.5Hz). 0.95-l.35(2H.m). 1.35-1.70(2H.ni), 

4.08(2Rq,J=7.5Hz), 6.7-7.7(6H.m) 

##0141 

5 Httffil43 fcra«ULTl - (3-ro*-4- (2,4-v'7*^D7xy+-» 
IR(neat)cni , :1720 

NMR(CDO,) d m :1.15(3H,t,J=7.5Hz). 1.6-2.2(6H.m). 2.3-2.9(2H.m). 
4.09(2H,qJ=7.5Hz), 6.6-7.7(6H,m) 
10 ##08 42 

MMM 45 tTOULTWTOfb^^^^o 
No.42(l) 

• 3- (3 -7"n^-4 - (2.4 - v7rt/^D7xy 7x-)H T'nfc** 

15 IR(neal)cin ':1710 

NMR(CDC1,+D 2 0) $ 11:2.4-3. l(4H.m).6.4-7.9(6H.m) 
No.42(2) 

• 3-7ot-4 - (2.4-->'7^tn7xy4r-» 

20 NMR(CDCI,+D : 0) S fi:6.6-7.4(4H.m),7.95( 1 H.dd.J=2.8Hz).8.40( 1 H,d.J=2Hz) 
No.42(3) 

• 4-7*n*-3- (2,4->'7;^D7xMy) 
IR(KBr)cm ':1690 

NMR(CDClj+D,0) 8 fI:6.8-7.9(6H,m) 
25 ##0!l43 

y'xfj^X.tyftKif-'l' 4.2ml £-f h7t Ko 7 y > 40ml 

T*3Ht* h 7 A 0.°5g £flD;L, ov»ff h y Ko 77 > 20ml IZfemZ-ttz 

1 -7Dt-2 - (2,4->'7il'tD7iM-» - 5 -*JU 5 )V<>*:> 6.00g 

£ini;l, m£-eiB#F B m^i-^o 
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Ja*>3 - (3-7Dt-4 - (2,4->'7)t'tD7iy#-» 7x^)1^) T?>J 
)V&J^1-)l>1r 5.00g 

IR(neal)cm ':1710 

NMR(CDCI,) £ ft: 1 .33(3H.U=7.5Hz),4.23(2H,q,J=7.5Hz),6. 1 -7.9(8H,m) 
##0844 

3- (3-ro^-4- (2.4->'7^tD7i/'ty) 7x-fl0 T ? 'J 
ItX l.OOg SrJlDx., Hti£. fET, *3mi,fT. 4 B#ra#*N-*o u 

> : ft*^f-*'=io : i] -cfliR+iitf, ife?m?)3- o-rn^t 

-4- (2,4-y'7;^D7x/+y) 7x-^) 7*n >»ifA 4.00g £ 
nKneaDan-'inaS 

NMR(CDC1,) 5 ii :1.23(3H.U=7.5Hz).2.4-3.l(4H.m).4.!3(2H,q.J=7.5Hz).6.6- 

7.9(6H,m) 

##0!l45 

1 -7"o^- 2 5 h n^c>-t*> 3.00g. N-7D*aA^g[ 3.20g 

iJJ:O f 2.2'-T'/lfX vrfDi h U;U)0.11g * EBttfkJK* 30ml Uftlt, 

*r«Jf «t trfe«ft&*-erc*?*frflL n->7^ 

- h o ^ ✓ -t > 4.00g 

NMR(CDCI,) <5 f!:4.65(2H.s),7.0-8.5(3H.m) 
##05 46 

l-7'D^-2-7n^^fil'-5--h n^c>-tf > 4.00g * h 30m! Ujg 

JB3H*\ OV»-C h V 7x-Jl'-tX7 -c > 3.30g *8SflnU 60*0 2 M = 
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- h D^?>v*;U h ^xi^^^.ti^Arn 5 K 2.00g £f§* 0 
##0947 

;UA7 5 K 35ml K O^T'te^ftK* 'J ^ A 4.50g IOOfC 1 B# 

B^lSSi*-*,, Rt&tS£E?£7Mc£ J: tfgfcK^ lift)*, l N$£8$t- 

P H5.o HlBgU W«JI£frJK1-S 0 If^tL/jWtaiJi^TKiJi^fi&ft^iaTKTJiil^ 
tfcr££, &*tt&vr*v*A^g&£-£, «JET<:ig&£S£1-.5> 0 

-tf>3.3g£f#* 0 
IR(KBr)cin' l :1740, 1525. 1345 

NMR(CDClj) 3 i& : 2.18(3H,s). 5.30(2H,s). 7.64(lH.dJ=8.0Hz). 

8.20( 1 H,dd,J=8.0HzJ=2.0Hz), 8.44( 1 H.d,J=2.0Hz) 
##09 48 

1 - 2-T-th*>* J f->V-5-—Va'<>-\f> 4.50g ^x?/-ii, 

22.5ml iimmZ-t&o frGTlZ 1 Nfcmti- b 'J -7A*£ifc£ igmlfiDx., liSt- 

30 ^ift^l-^o Slc-ig^«r7K*iJJ:y f KSi^;utt3|:)!ra^, l p h 
5UlS3gU W«e*#JR1-* 0 ft/.: «t ^ft^il^T-Jlifi^^ 

n-^*-fr >£JJD;1, id^-ftt^ *fe|*H,(7) i -ret- 2 - fc: Kd + 
v*-?-^- 5-- ho^c>-t'> 3.40g £l#£ 0 
IR(KBr)cin- , :3260. 1 530. 1 345 

NMR<CDCl,) o ft :2.40(1H,s), 4.84(2H,s), 7.81(lH.d.J=8.0Hz), 

8.24( 1 H.dd,J=8.0Hz.J=2.0Hz). 8.43( 1 H.d,J=2.0Hz) 
49 

1 -rot- 2 - £ Kn^i/^f il'- 5 - - b o^c>-f> 3.30g £ h ^x> 50ml 
M£T\ ^ZKftv>*-> 3.70g tm*.. BtKlltW-tZo 3 5$ 
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fstfk* *<bi-*i»— 8ifk^>#'> 3.7o g £itJrau i6jia£T*3B$ra*g#i-*c ^is 

tUDx, jfcfe8aoi-7D*-2-**5*-5--ho'*>-tf 

> 2.80g ti#£o 
IR(KBr)cin ' : 1 690. 1 525, 1 350 

NMR(CDCU) S m :8.14<lH,dJ=8.0Hz). 8.38(lH,dd.l^8.0HzJ=2.0Hz). 
8.57(1 H,(U=2.0Hz), 10.48(lH,s) 
##08 50 

l-jU;L» ^igtf 2 - T'o*— 4 -■=■ h vo-Vx* h 'J 7x;d'*x*; , >A , ro 
5 K 2.90g £3"tfN.N- v ^f^-tfl'^T 5 K 15ml ^ittSriST L. I5Iim®"C 30 
»B«»i-4oRlD«^»«-^ V-a^^T/Uffc K0.50g«rtox..80'CT*2^B 

*h^7^77^- [«Stt; :»Kx^-^ = io: 1] T»«-f 

>-t'> 0.l5g 
IR(KBDcm':l 520.1350 

NMR(CDCI,) ^fi|:6.7-7.3(5H.m).8.0(lH.dd,J=8.0HzJ=2.0Hz).8.3-8.8(3H.m) 
##01 51 

2_t hnT-'j > 5.00g £i£fi6& 10ml, * 15ml i$.fctfBfcft 

25mi (o&zmmzm^ o - srt-nssst f «j * a 2.7 0g iomi * 

*T-*-4.-HiaK^i«w*»L^*' Ri&ia^*«r6-5r-c*ika!6.oQg, « 

Ik* h *) ^A4.30g.47%llft*»25mlJsJ:O r *5tail»*fr*l-»Ti-*.25r 

tlMiftUlt. ft«xf-**llO;t» 
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IR(KBr)cm' :3460, 1510,1345 

NMR(CDC1,) *<£:6.0<]H.s),7.5-8.2(3H.!n) 
##W 52 

l-7^-2-HKn^-4-zhD^> 3 .30g iJJ:^3-^>/^;u 
MST. b 7x;^.t,77 y > 4.00g «rJDi» ov>f>'if*7-/y*/Hf+.> 

h 4.oo g *»-pr*. Ki&a^»«nuT4 ma^L^tt. *** * cm 

2- ( 3 -<*>V4 ;i/**-> d^*>a,**-» -4 h n^>-tf> £ 

2.00gf#* o 

IR(KBDcm-': 1 7 1 5 J 525. 1 350 

NMR(CDCl,) * m: 1 .3-2.8(8H.m).4.2-4.8( l H.m),4.8-5.4< I H,m),7.2-8.5(8H.m) 
53 

1 Kn + v-4-- hDA>f> l0.0g££ffc,<-7-U> joml IZ 

feM*-£Z>o SfL-rl^tl^T, h -Jxf^7 5 > 5.00g £]&0;l> o^T-^dd 
* * ;u * H,i- x 4.00g £ £fr £ft > * U > 10ml jgft £ H£ft ? 20 fl-mawt 

> h*-> **-JI/**>-4 -- hD^>-t*> 9.70g 
IR(KBr)cni" ' : 1 520. 1 345 

NMR(CDCI,) S ^:3.55(3H.s).5.36(2H.s).7.5-8.3(3H.m) 
###|54 

(2.4-->'7*tD7iy*-»-5-> h*->^>Hf> I5.0g 
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£&it*1-l'> I50ml IZtiaz.. zkf£T> H&ffc*** 4.95ml £?8T U lOftffltii 

5 »i£;^*-9-> :ft»xf*'=9 : l] T-«§muf*feiai*E><7)3 -rn^- 

4- (2,4-y'7^tD7x/*-» 14.3g £f#* 0 

IR(neat)cin':3375 

NMR(CDCI,) 5 tt :6.47( 1 H.bs),6.6-7.5(6H.m) 
55 

10 3-7*0^-4 - (2.4 ->'7**D7i/*'» 7xy-H 14.5g £> «t h 'J 
xf^7i >7.39ml fcisffc^U/ 150ml tli§8?£-l*\ *#T«#U 
'iu*r.^^nu K4.l0ml «ri«T1-^o 1 B#W*#Lfcfe, 

2N«l-CpHl.0i:l»L, £«g*#IR-f*o <b ftfc J: 

15 it4 0 ^t>MSt«:*7A^n7F/77^ - : ^**> : IfcK 

xf*=3 : 1] T-fflSi-tLlf, Sfe?4»l-7-nt-2- (2.4 -->"7fl, 
t07iMv) - 5-> viU**v^>-tf> 17.7g ttti B 
IRtneaDcm': 1375. 1160 

NMR(CDCIJ 5 1S:3. 1 6(3H.s).6.4-7.7(6H.m) 
20 56 

2 -yut- 5-M K->7x/-)l' 8.20g *S h 'ixf*7 5 > 6.19ml £*1 
ft * * U > 80ml 3 tf, tM£T\ *9>Xfr*-*?V) V 3.44ml fc»T1- 

S. R£«£1&*ga"C--«ttlIft» **i:UniL» 2Nt£8rc*. pHi.OKWfiU 
25 &7?-*->-7A-e£*|£-£, WETUi&ttfcSS+So »fc*ifc»9»l^*-«*- 

->^>-tf> lO.Og £f#£o 
IR(KBDcm':1380, 1185 

NMR(CDCI,) d fig :3.24(3H.s). 3.8(3H.s). 6.76(1 H.dd.J=9.0HzJ=2.0Hz). 
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7.02( I H.dJ=2.0Hz), 7.50( I H .d. J=9.0Hz) 



10 
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5 l^*, R 'lis ^vy>j%+X'&&ZtiXi>Xi> t^&&T )V* fritzltT >) - 

-z-R 5 

to >K y^7H)k T«;-;u, 7Ji>7***Sfctt«*gi5U6£ ; zti, flfcX 

v»tUv»>f *^#-^*i^(ilf-U>at«r^i-o ) TIM? Sit* 

; R 'jsJitfR fj(iH0roT, Aoy^Sf, ->7; 

7->'K*, - h n£ v f5yg£ft-C^T<> «U>7 5 f£t?£:h.-Ct>"C <> «fc 

Tii' + A'-f-*, T;i/4^x;U7 < — tju*****— ju, 7 ;i> * A> x ;u * 
20 /, **-*n, 7* 3**> JK 7*D + yt^'J^7;/, M^CSl^ 

2. R 15MT n, * a, * tzitr I /&X-*>Z>m*<r>%M\ i:£iW>tf7x-* 
25 »i»fc£fc(i**>fiL- 
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- Z - R 5 

TJU7**ji,4L<««*««t:ztt, mn** % **u>m % 

T;Ua + ->, T***7$y 6 L<(47->*T$ 

6. R -tffcS 
- Z — R 5 

i£ti7x^>ug£ ; ZJi, * + U>^ ij b#-*,&itzlt M- u 

lZ%m<D \Z 7 x - ;Hj§&# i tz It * <Mlo 

7. R'&ZVR'tffsl-itzitmZiX, Any^f, vt;!, 
- h ng, T t s)\,&itzi±iJ)\<**^)vmt> L< liADy>grftm$nti' 

iv>7;i/ + ;bST-*-5>If*o^ffl l - 4 is J: tf6 0H»1**uH:ga«0)fc:7 x 

8. R 5 ^.— fi* 
-Z-R * 

fc;Zli,W8^t,) T*icfc?ft*g$r ; R >J3«ttfR 4 vm-itzlt& 
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ti t : I S*t<0 M 7 * - * if i tz li * <Dfc e 

9. 5-'/7/-4'-^f)^il'*-A'-2-7iMv - 1. l'-tf7x— A- 
T£W-f * C 0 X - 2 jgftttH^aJo 

1 4. Ittnfffll- 1 OWv>-rn^UIdeot*7jL-;i,g|i$i*:i^{i-5-(Ojtg«r 
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